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ABSTRACT

ON THE EFFECTIVE BEHAVIOR, MICROSTRUCTURE EVOLUTION,
AND MACROSCOPIC STABILITY OF ELASTOMERIC COMPOSITES

Oscar Lopez-Pamies

Pedro Ponte Castanieda

Elastomeric composites are currently used in numerous commercial applications and have
shown great promise for utilization in new technologies. This raises the practical—as well
as theoretical—need to understand the connection between the underlying microstruc-
ture of elastomeric composites and their mechanical and physical properties, and how
the latter may be enhanced with changes in the former. In this connection, the prin-
cipal aim of this thesis is the development of an analytical, nonlinear homogenization
framework for determining the overall response of elastomeric composites subjected to
finite deformations. The framework accounts for the evolution of the underlying mi-
crostructure, which results from the finite changes in geometry induced by the applied
loading. This point is essential as the evolution of the microstructure can have a sig-
nificant geometric softening (or stiffening) effect on the overall response of the material,
which, in turn, may lead to the possible development of macroscopic instabilities. The
main concept behind the proposed nonlinear homogenization method is the construction
of suitable variational principles utilizing the idea of a “linear comparison composite,”
which ultimately allow for the conversion of available linear homogenization estimates
into analytical estimates for the large-deformation overall response of the nonlinear elas-
tomeric composites. This thesis includes applications of the proposed theory to various
classes of reinforced and porous elastomers with random and periodic microstructures.
A comprehensive analysis of the effective behavior, the microstructure evolution, and the

development of macroscopic instabilities is provided for all these applications.
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Chapter 1

Introduction

Elastomeric materials are used pervasively in industry. Applications include rubber tires, shoes, flex-
ible tubes and catheters, cable coatings, conveyor and transmission belts, balloons, shock absorbers,
floatation devices, insulators, fire retardants, packaging and cushioning materials, noise abating
structures, etc. In many of these applications, the elastomers are reinforced with particles and/or
fibers to improve their mechanical properties and, in particular, their overall stiffness. In contrast,
there are also numerous situations in which light weight and high compliance are desirable. The
elastomeric materials used for such applications are then weakened with voids or softer materials.

The standard example of a reinforced elastomer is that of a rubber tire, which derives its black
color from the presence of carbon-black particles that are distributed randomly in a matrix of a
synthetic rubber (see, for instance, the monograph by Mark et al., 2005 and the references therein).
At a larger length scale, rubber tires are also reinforced with steel or other types of fibers. Other
commonly used micron- and nano-sized fillers include silica, mica, talc, clay, calcium carbonate
particles, as well as carbon nanotubes. In addition, there is a large class of thermoplastic polymers,
which exhibit rubber-like behavior, namely, thermoplastic elastomers (TPEs). These materials are
block copolymers where the “hard” glassy blocks self-aggregate into an “inclusion” phase that is
embedded in a “matrix” of the “soft” rubbery blocks, thus leading to a “particulate” microstructure
with an overall rubbery response (Honeker and Thomas, 1996). The hard blocks, which can appear
in the form of particles (Prasman and Thomas, 1998), fibers (Honeker et al., 2000), interconnected
networks (Dair et al., 1999), or layers (Cohen et al., 2000), are distributed in a periodic arrangement,
and play the role of the reinforcing phase. They are increasingly being used in industry—where they
are replacing standard cross-linked rubbers in many technological applications—due to their superior
mechanical and recycling properties.

The standard example of a weakened elastomer is that of (elastomeric) foams (see the monograph
by Gibson and Ashby, 1997 and the references therein). These materials are essentially made out
of an elastomeric matrix in which there is a distribution—usually random—of vacuous or gas-filled
inclusions. Foams can be found in an “open cell” form, in which the (vacuous) inclusions are
interconnected, as in an absorbent sponge, or in a “closed cell” form, in which all the inclusions are
completely surrounded by matrix phase, as in a car seat. In addition to the just-described foams,
in which the vacuous of gas-filled inclusions are deliberately introduced in elastomers as part of

the manufacturing process, there also other elastomeric materials in which a significant amount of
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porosity may be introduced unintentionally via defects or forming processes.

In many of the above-mentioned applications, the composite elastomers are subjected to large
deformations. It is therefore of practical-—as well as of theoretical—interest to develop constitu-
tive models for the mechanical behavior of elastomeric composites under such loading conditions.
Ideally, these models should be accurate and relatively simple, so that they are amenable to direct
implementation into standard finite element packages for solving structural problems of interest.
This presents a substantial challenge for at least three reasons. First, there is the strong material
nonlinearity that is present in constitutive models for pure, or “neat” elastomers. Second, the me-
chanical behavior of elastomeric composites is known to depend critically on their underlying initial
microstructure, which is by and large very complex. Indeed, more often than not, the distribution
of the constituents (e.g., particles, fibers, voids) is random. Also, depending on the application,
the relative proportions of the various phases may range from very small to very large, which ev-
idently leads to a vast range of diverse behaviors. Finally, there is the additional complication of
the evolution of the microstructure due to the finite changes in geometry induced during loading.
Presumably because of the technical difficulties associated with modeling this complex behavior,
most of the work in the literature to date has been based on empirical or ad hoc models. In the next
two paragraphs, we briefly enumerate previous attempts to model the effective behavior of reinforced
and porous elastomers. The list is by no means exhaustive, but merely aims to provide an overview
of available methods.

In the context of reinforced elastomers, most of the modeling work has been focused on “partic-
ulate” microstructures where the reinforcing phases are particles of various shapes, or long cylindri-
cal fibers. Micromechanics-based approaches for particle reinforced elastomers include, for instance,
models that make use of the notion of a strain-amplification factor (Mullins and Tobin, 1965; Treloar,
1975; Meinecke and Taftaf, 1988; Govindjee and Simo, 1991, Bergstrom and Boyce, 1999). More
specifically, these models make use of the idea that the average strain in the elastomeric matrix phase
of filled elastomers is larger than the applied macroscopic strain in the composite (simply because the
fillers are much stiffer than the elastomeric matrix). Having selected a strain measure and determined
a phenomenological amplification factor to multiply it with, the model for the reinforced elastomer is
then given essentially by that of the corresponding matrix phase evaluated at the selected amplified
strain. There are also recent two-dimensional (2D) numerical simulations based on unit-cell compu-
tations (Lahellec et al., 2004), or for systems with more complex microstructures (Govindjee, 1997;
Bergstrom and Boyce, 1999). In addition, also in the context of 2D numerical simulations, there
is the recent work of Triantafyllidis et al. (2006) which—based on earlier work of Triantafyllidis
and co-workers (see, e.g., Triantafyllidis and Maker, 1985; Geymonat et al., 1993)—provides an in-
depth analysis of the stability of reinforced elastomers at a microscopic, as well as at a macroscopic
level. In connection with the above simulations, it is important to emphasize that, on one hand,
they correspond to rigorous results, but that, on the other hand, they are computationally very
intensive. In terms of approaches based on homogenization, there is the Voigt-type upper bound
(Ogden, 1978), as well as some non-trivial Reuss-type lower bounds (Ponte Castaneda, 1989). Un-

fortunately, these bounds are microstructure-independent, and therefore not very useful in general.
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An ezact result has been generated recently (deBotton, 2005) for hyperelastic composites with a
very special type of microstructure known as sequentially laminated microstructures. The drawback
of this result is that it is not clear whether, or not, it corresponds to filled elastomers with more
realistic types of microstructures. For fiber reinforced elastomers, there is a voluminous literature on
phenomenological constitutive models. In a pioneering contribution, Spencer (1972) idealized fibers
as inextensible material line elements to develop a simple theory for incompressible fiber-reinforced
materials that permitted the analytical treatment of numerous boundary value problems. Other
(less idealized) phenomenological models are based on the idea of augmenting existing isotropic
stored-energy functions with additional terms—which depend on the invariants associated with the
fiber direction (Spencer, 1984)—that penalize deformation in a particular direction (see, e.g., Qiu
and Pence, 1997; Merodio and Ogden, 2005; Horgan and Saccomandi, 2005). The main appeal of
these phenomenological models is that they are simple. In addition, they can be “calibrated” to
become macroscopically unstable—via loss of strong ellipticity—for loading conditions where such
instabilities are expected to occur from physical experience (Triantafyllidis and Abeyaratne, 1983).
In spite of these desirable features, the predictive capabilities of phenomenological models for the
general response of actual fiber-reinforced elastomers remain limited. Following a micromechanics
approach, Guo et al. (2006) have recently proposed a hyperelastic model with incompressible Neo-
Hookean matrix phases. In addition, there is also a number of numerical studies based on (2D)
periodic microstructures which include the stability analyses of these materials (Triantafyllidis and
Maker, 1985; Triantafyllidis and Nestorvié, 2005). In terms of homogenization-based methods, in
addition, of course, to the microstructure-independent Voigt-type (Ogden, 1978) and Reuss-type
(Ponte Castaneda, 1989) bounds, there is a recent estimate due to deBotton et al. (2006) for
fiber-reinforced elastomers with incompressible Neo-Hookean phases and the Composite Cylinder
Assemblage (CCA) microstructure of Hashin (1962). One of the strengths of this model is that it is
exact for axisymmetric and out-of-plane shear loading conditions. Moreover, it should be recorded
that He et al. (2006) have recently provided a set of non-trivial conditions—in terms of the local
material properties and the applied loading conditions—for which the Voigt-type bound is attained
in fiber-reinforced elastomers. Finally, it should be mentioned that constitutive models for hyper-
elastic solids with orthotropic material symmetry have also been developed (Bischoff et al., 2002)
from a statistical mechanics approach.

In the context of porous elastomers, most of the modeling efforts have been devoted to high-
porosity elastomers (or low-density foams). Indeed, ever since the pioneering work of Gent and
Thomas (1959), there have been numerous contributions concerning the modeling of the mechan-
ical behavior of low-density foams under large deformations (see Gibson and Ashby, 1997 and
the references therein). In contrast, the study of porous elastomers with low to moderate lev-
els of porosity has not been pursued to nearly the same extent. Phenomenological approaches
for this class of materials include, for instance, the model of Blatz and Ko (1962), which was
motivated by experimental work on polyurethane rubber with a random and isotropic distribu-

tion of pores of about 40u in diameter and an approximate volume fraction of about 50%. The
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predictive capabilities of this model for the response of actual porous elastomers is limited. How-
ever, the Blatz-Ko material does have a very appealing physical property: it loses strong ellip-
ticity at sufficiently large compressive deformations (Knowles and Sternberg, 1975). This prop-
erty is in agreement with experimental evidence, as well as with numerical results (Abeyaratne
and Triantafyllidis, 1984), suggesting that porous elastomers can develop macroscopic bands of
strain localization at sufficiently large deformations, which correspond to buckling of the matrix
ligaments at the micro scale. Homogenization approaches include the microstructure-independent
Voigt-type bound (Ogden, 1978), some rigorous estimates for special microstructures and load-
ing conditions (Hashin, 1985), and various ad hoc approximations (Feng and Christensen, 1982;
Levin et al, 2000). There is also a recently proposed estimate by Danielsson et al. (2004) for
isotropic porous elastomers with incompressible, isotropic matrix phases. In fact, this estimate—as
it will be discussed in Chapter 5—can be shown to be a rigorous upper bound for porous elas-
tomers with incompressible matrix phases and the Composite Sphere Assemblage (CSA) microstruc-
ture (Hashin, 1962). In this regard, it should be noted that—admittedly a very special class of
microstructure—the CSA can be considered as a fair approximation to actual microstructures in
actual porous elastomers.

In this thesis, our proposal for generating homogenization estimates in finite elasticity is based on
an appropriate extension of the “second-order” homogenization method proposed by Pedro Ponte
Castanieda (2001; 2002a) in the context of nonlinear dielectrics and viscoplastic materials. This
technique has the capability to incorporate statistical information about the microstructure beyond
the volume fraction of the phases and can be applied to large classes of elastomeric composites,
including reinforced and porous elastomers, as well as other heterogeneous elastomeric systems,
such as the TPEs introduced above. The main concept behind the second-order method is the
construction of suitable variational principles utilizing the idea of a “linear comparison composite.”
The first attempt along these lines for hyperelastic composites was carried out by Ponte Castaneda
and Tiberio (2000) (see also Willis, 2000 and Lahellec et al., 2004), who made use of the so-called
“tangent” second-order variational procedure, initially proposed for viscoplastic materials by Ponte
Castafnieda (1996). While the resulting estimates certainly had some desirable properties, such as the
ability to account for the stiffness of the phases, their shape, concentration and distribution, they also
had some shortcomings. Thus, for example, they were able to recover only approximately the overall
incompressibility constraint associated with rigidly reinforced elastomers with an incompressible
matrix phase (typical of rubbers). In retrospect, this was not too surprising in view of the strong
nonlinearity associated with the incompressibility constraint on the determinant of the deformation.
Here, use will be made of an improved second-order method, also—as already stated—first developed
in the context of viscoplastic composites (Ponte Castaneda, 2002a), which makes use of the local
field fluctuations in the determination of the relevant linear comparison composite. An application of
a preliminary extension of this method to particle-reinforced rubbers with isotropic microstructures
was carried out by Lopez-Pamies and Ponte Castaneda (2004a). It was found to provide much more
accurate estimates satisfying exactly the overall incompressibility constraint for rigidly reinforced

elastomers with an incompressible matrix phase. In this work, we will develop a full extension of
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the “second-order” homogenization method to general elastomeric composites. For simplicity, we
will ignore hysteresis, temperature and rate-dependent effects, which can be important for these
materials (Bergstrom and Boyce, 1998; Khan and Lopez-Pamies, 2002), as well as particle/matrix
interface effects (Ramier, 2004) and the possible development of damage, through particle debonding
at interfaces. However, it should be emphasized that the methods to be developed here apply to
elastomeric composites with general microstructures and arbitrary hyperelastic constituents. In
addition, it is believed that a suitably generalized version of the methods to be developed in this
work could incorporate dependence on all of the above-mentioned effects, as discussed further in the
closure of this thesis.

This thesis in organized into chapters whose main contents correspond to articles that have been
published, or are in preparation to be submitted for publication. For convenience, the list of such
articles is provided at the end of this introduction. Next, a brief description of the main contents of
each chapter is provided.

The next chapter (Chapter 2), which corresponds to references 1, 2 and 4 in the list of publi-
cations, deals with the theoretical aspects regarding the overall behavior of elastomeric composites.
In particular, the mathematical formulation of effective properties for hyperelastic composites is
introduced. This includes the definitions of suitably selected macroscopic variables, as well as the
definitions of microscopic and macroscopic instabilities. Having set the problem on a solid mathe-
matical foundation, the notions of bounds and estimates are then presented. This is followed by the
main result of this thesis, namely, the derivation of the “second-order” homogenization method for
hyperelastic composites. In this connection, it is emphasized that a preliminary attempt to generate
such method was carried out by Lopez-Pamies and Ponte Castafieda (2004a). For completeness, this
article has been included as Appendix A. Within the general second-order formulation—motivated
by experimental findings evidencing that rubber-like solids are isotropic relative to the undistorted
state—special attention is dedicated to hyperelastic composites with isotropic phases. For such a
class of composites, sufficient conditions are provided for the second-order estimates to satisfy overall
objectivity and material symmetry requirements. In addition, for such a class of composites, further
specialization of the second-order estimates is provided for the case of two-phase composites with
“particulate” (random and periodic) microstructures—the motivation for such specialization being
practical interest. Chapter 2 finally presents the consistent identification of microstructural vari-
ables, as well as the required formulae to estimate their evolution along a given macroscopic loading
path.

Chapter 3, which corresponds to reference 3 in the list of publications, is the first of three
chapters dealing with the application of the theoretical framework developed in Chapter 2 to porous
elastomers. The specific problem that is addressed in Chapter 3 is that of the in-plane effective
behavior of a porous elastomer consisting of aligned cylindrical voids with initially circular cross
section that are distributed randomly and isotropically in the undeformed configuration. As it turns
out, this is a very useful model problem that includes all the main features concerning the mechanical
response of porous elastomers subjected to finite deformations, and, at the same time, is amenable to

a more transparent mathematical treatment. In this chapter, second-order estimates are generated
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for materials with compressible and incompressible, isotropic matrix phases. In particular, it should
be emphasized that the estimates generated for porous elastomers with incompressible matrix phases
are ultimately given in closed form. Corresponding estimates derived with the earlier “tangent”
second-order method of Ponte Castafieda and Tiberio (2000) are also generated for comparison
purposes. The chapter concludes with the presentation and discussion of representative results for
the effective stress-strain relation, microstructure evolution, and macroscopic instabilities of porous
elastomers for a wide range of loading conditions and values of initial porosity.

Chapter 4 is—in a sense—a natural continuation of Chapter 3. The problem of interest in this
chapter is also that of the in-plane effective behavior of porous elastomers consisting of aligned
cylindrical voids with initially circular cross section, but the distribution of the voids here is periodic
(as opposed to random). In particular, two types of periodic microstructures are considered: (i)
square and (ii) hexagonal arrangements of pores. The interest to consider such microstructures is
essentially twofold. First, it provides the means to asses the accuracy of the second-order method
through comprehensive comparisons with more accurate FEM calculations available for periodic
microstructures. Second, it allows to study the influence of the initial distribution of pores on the
overall behavior and stability of porous elastomers.

Chapter 5, which corresponds to references 6 and 7, is concerned with the application of the the-
oretical framework developed in Chapter 2 to generate a homogenization-based constitutive model
for porous elastomers consisting of a random and isotropic distribution of initially spherical, polydis-
perse pores in an isotropic, elastomeric matrix. Unlike the microstructures considered in Chapters 3
and 4, this microstructure—though idealized—can be considered as a fair approximation to actual
microstructures in real porous elastomers. For comparison purposes, a brief review is provided at
the beginning of the chapter summarizing earlier estimates available for the effective behavior of
overall isotropic porous elastomers. This is followed by the derivation of the second-order estimates
for porous elastomers with compressible and incompressible matrix phases. Finally, illustrative re-
sults are presented and discussed for the effective stress-strain relation, microstructure evolution,
and onset-of-failure surfaces—in stress and strain space—for a wide range of loading conditions and
values of initial porosity.

Chapters 6 and 7—in contrast to Chapters 3 through 5, which deal with porous elastomers—are
concerned with the application of the theory developed in Chapter 2 to reinforced elastomers. In
particular, Chapter 6, which corresponds to reference 9 in the list of publications, deals with the
effective behavior of reinforced elastomers with a very special class of microstructures: laminates.
This microstructure has repeatedly proved of great theoretical importance, especially in the context
of the classical theory of linear elasticity (see Chapter 9 in Milton, 2002 and the references therein).
In addition, laminates are also of increasing practical interest, as they have been observed to appear
in a number of elastomeric systems such as thermoplastic elastomers. To date, the effective behavior
and stability of hyperelastic composites with layered microstructures have been studied in relative
depth (see, e.g., Triantafyllidis and Maker, 1985; Triantafyllidis and Nestorvié¢, 2005). However, it
seems that no connection has been ever made between the evolution of the underlying microstruc-

ture (induced by the applied finite deformations) and the effective behavior and stability of these
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materials. To establish this connection is precisely one of the main aims of Chapter 6. In addition,
being a limiting-type microgeometry, the results for laminates will be used in the following chapter
to validate the results for more general microstructures.

Chapter 7, which corresponds to reference 5, addresses the problem of in-plane effective be-
havior of elastomers reinforced with aligned cylindrical fibers of elliptical cross section distributed
randomly—with elliptical symmetry—in the undeformed configuration. The main results of this
chapter include closed-form, analytical expressions for the homogenized stored-energy function of
an incompressible rubber reinforced by rigid fibers, as well as corresponding expressions for the
in-plane rotation of the fibers, under general plane-strain conditions. The transparency of these
expressions allows to gain precious insight regarding the subtle interplay between the evolution of
the underlying microstructure and the overall behavior and stability of fiber-reinforced elastomers,
which is comprehensively studied in this chapter.

Finally, Chapter 8 provides a brief summary of the main findings of this work together with some

concluding remarks, as well as some prospects for future work.
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Chapter 2

Theory

This chapter deals with the development of an analytical framework for determining the overall
constitutive response of elastomeric composites subjected to finite deformations, with special inter-
est in two-phase elastomers with “particulate” microstructures. The framework accounts for the
evolution of the underlying microstructure, which results from the finite changes in geometry that
are induced by the applied loading. This point is essential, as the evolution of the microstructure
provides geometric softening/hardening mechanisms that may have a very significant effect on the
overall behavior and stability of elastomeric composites. The theory is founded on a recently de-
veloped “second-order” homogenization method (Ponte Castafieda, 2002a), which is based on the
construction of suitable variational principles utilizing the idea of a “linear comparison composite.”
The theory developed in this chapter will be applied in subsequent chapters to elastomeric systems

of theoretical and practical interest, including various classes of reinforced and porous elastomers.

2.1 Hyperelastic composites and effective behavior

2.1.1 Hyperelastic materials

Consider a material made up of N different (homogeneous) phases that are distributed, either ran-
domly or periodically, in a specimen occupying a volume g, with boundary 9, in the reference
configuration, in such a way that the characteristic length of the inhomogeneities (e.g., voids, par-
ticles, etc.) is assumed to be much smaller than the size of the specimen and the scale of variation
of the applied loading.

Material points in the solid are identified by their initial position vector X in the reference
configuration g, while the current position vector of the same point in the deformed configuration
Q is given by

x = x(X). (2.1)
The deformation gradient tensor F' at X, a quantity that measures the deformation in the neighbor-

hood of X, is defined as:

_ X
- 0X
Note that F is not necessarily continuous across interphase boundaries in the composite, but in this

F(X) (X). (2.2)

work we assume that the various phases are perfectly bonded so that x is everywhere continuous.
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Furthermore, in order to satisfy global material impenetrability, the mapping x is required to be

one-to-one on €y. Thus, for all points X and X’ € Qy,
x(X') = x(X) if and only if X' =X. (2.3)

The local form of (2.3) is
detF(X)#0 V X € Q. (2.4)

However, in this work we are interested in physically plausible deformation paths with starting point
F(X) =1V X € Qp, where I denotes the identity operator in the space of second-order tensors.
Thus, by continuity, if follows from (2.4) that

detF(X) >0 V X €. (2.5)

Note that this condition would be automatically satisfied for incompressible materials, where det F
is required to be identically 1.

The constitutive behavior of the phases is characterized by stored-energy functions W (") (r =
1,...,N), which are taken to be non-convex functions of the deformation gradient tensor F. Thus,

the local stored-energy function of the hyperelastic composite is expressible as:

N
W(X,F)=> x"(X) W(F), (2.6)

r=1
where the characteristic functions x"), equal to 1 if the position vector X is inside phase r (i.e.,
X e Qg")) and zero otherwise, describe the distribution of the phases (i.e., the microstructure) in
the reference configuration. Note that in the case of periodic distributions, the dependence of (")
on X is completely determined once a unit cell Dy has been specified. In contrast, for random
distributions, the dependence of x(") on X is not known precisely, and the microstructure is only
partially defined in terms of n—point statistics. The stored-energy functions of the phases are, of

course, taken to be objective, in the sense that
w(QF) = W(F) (2.7)

for all proper orthogonal Q and all deformation gradients F. Making use of the right polar de-
composition F = RU, where R is the macroscopic rotation tensor and U denotes the right stretch
tensor, it follows, in particular, that W) (F) = W) (U). Moreover, to try to ensure material
impenetrability, the domain of W (") is taken to be the set of all second-order tensors with positive

determinant: {F|detF > 0}. Further, W(") are assumed to satisfy the condition:
WO(F) - o0 if detF —0+. (2.8)

It is thus seen that W (") are indeed non-convex functions of F since their domain, {F|det F > 0},

is not convex.!

1This is easy to check by constructing an example where the sum of two distinct second-order tensors F and F/,
with det F > 0 and det F/ > 0, does not have positive determinant (see, e.g., Chapter 31 in Milton, 2002).
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Assuming sufficient smoothness for W on F, it is now useful to define the local constitutive

functions -
19)%% ow\r
(T) =
S(X,F) = 9F —(X,F) and S8Y/(F) 9F F), (2.9)
as well as ) 27ar ()
0*W 0w
(T) frng
LX,F)= FOF ——(X,F) and LY/(F) SFOF (F). (2.10)

It then follows that the local or microscopic constitutive relation for the composite is given by:
S(X)=8(X,F), (2.11)

where S denotes the first Piola-Kirchhoff stress tensor?. Furthermore, note that the local elasticity,

or tangent modulus tensor of the material is given by (2.10);.

2.1.2 Effective behavior

Following Hill (1972) and Hill and Rice (1973), under the hypothesis of statistical uniformity and
the above-mentioned separation of length scales, the effective stored-energy function W of the hy-

perelastic composite is defined by:

W(F)= min (W(X,F))= min Z V(W (F) ™), (2.12)
Fek(F) FeX(F) T

where K denotes the set of kinematically admissible deformation gradients:
K(F) = {F |3 x = x(X) with F = Grad x(X) in Qp, x = FX on 9{}. (2.13)

In the above expressions, the brackets (-) and (-)(") denote volume averages—in the undeformed
configuration—over the composite (2g) and over the phase r (Qér)), respectively, so that the scalars
c(()r) = <X(T)> represent the initial volume fractions of the given phases. Note that w physically
represents the average elastic energy stored in the composite when subjected to an affine displacement
boundary condition that is consistent with (F) = F. Note further that, from the definition (2.12)
and the objectivity of W), it follows that W is objective, and hence that W(F) = W(ﬁ) (For
completeness, the proof of this result is given in Appendix I.) Here, U represents the macroscopic
right stretch tensor associated with the macroscopic polar decomposition F = R U, with R denoting
the macroscopic rotation tensor (of course, (U) # U and (R) # R).

In analogy with the local expressions (2.9) and (2.10), and assuming sufficient smoothness for %

on F, it is convenient to define the following effective quantities:

S(F) = %V(F), (2.14)
and 32N
L(F) (’)ngf (F). (2.15)

2Recall that S is related to the Cauchy stress tensor T by S = det(F) TF~7.
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It then follows that the global or macroscopic constitutive relation for the composite—that is, the re-
lation between the macroscopic first Piola-Kirchhoff stress and the macroscopic deformation gradient
tensor—is given by (see Appendix II):

S =S(F), (2.16)

where S = (S) is the average first Piola-Kirchhoff stress in the composite. Furthermore, the effective
tangent modulus tensor is given by (2.15).

Having defined the local and effective behavior of hyperelastic composites, it is now in order to
make pertinent remarks regarding the ezistence and uniqueness of minimizers for W(X, F) in the

definition (2.12) for the effective stored-energy function w.

2.1.3 Constitutive hypotheses

As is well known, imposing the constitutive requirement that W(X,F) be strictly convez in F for

all X € g, namely,
WX, tF+(1-t)F) <tW(X,F)+ (1 - t)W(X,F) (2.17)

for all ¢ € [0,1] and all pairs F and F’, together with suitable smoothness and growth conditions,
ensures that the solution of the Euler-Lagrange equations associated with the variational problem
(2.12) exists, is unique, and gives the minimum energy (see, e.g., Hill, 1957; Beju, 1971). However,
as explicitly stated above, W (X, F) has been taken to be non-convex with respect to F and cannot
satisfy (2.17). This is because—motivated by material impenetrability requirements—the domain
{F|detF > 0} of W(X,F) is not convex, and further, W (X, F) is required to satisfy the condition
(2.8). Moreover, motivated by experimental evidence, it is also recognized that W (X, F) needs to
be non-convex in F in order not to rule out bifurcation phenomena such as buckling. In short, some
other constitutive condition on W-—Iless restrictive than convezity—is required to guarantee the
existence of minimizers in (2.12) without necessarily guaranteeing the uniqueness of the associated
Euler-Lagrange equations.
Ball showed in his celebrated paper in 1977 that if the stored-energy function W (X, F) is (strictly)
polyconvex, namely,
W(X,F) = f(X,F,F*¥ detF) (2.18)

with f(X,-,-,-) (strictly) convex for each X and F*¥ = det(F)F~7, and if certain growth hypotheses
are satisfied, then there exist minimizers for (2.12). Ball’s remarkable existence theorem applies to
compressible materials that satisfy the physical condition (2.8), as well as to incompressible materials,
which require the constraint det F = 1 (which also poses technical difficulties). It should be noted
that even though the constitutive restriction of polyconvexity (2.18) has yet to be given strict
physical meaning, is general enough as to include many of the more commonly used hyperelastic
stored-energy functions such as the Neo-Hookean, Gent, Arruda-Boyce, Mooney-Rivlin, and Ogden
materials.

A less restrictive constitutive condition than polyconvexity is that of quasiconvexity, which was

introduced by Morrey in 1952. In this celebrated article, Morrey provided (see also Acerbi and Fusco,
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1984) a theorem for the existence of minimizers in problems of the type (2.12) by making use of the
constitutive hypothesis of quasiconvexity together with certain growth conditions. Unfortunately,
the growth hypotheses are too stringent and prohibit the condition (2.8). Thus, as they stand, the
existence theorems for minimizers of integrals of general quasiconvex functions do no apply to finite
elasticity (Ball, 2002). However, it has been suggested (see, e.g., Ball and Murat, 1984 and Ball,
2002) that quasiconvexity might be the more appropriate constitutive requirement—Iless restrictive
than polyconvexity—for existence of energy minimizers in finite elasticity. That such suggestion
is actually correct remains a fundamental open problem in finite elasticity. A key difficulty in
proving this result is that there is no known useful characterization of quasiconvexity, other than its
definition, which is nonlocal.

Finally, it is fitting to spell out an even less restrictive constitutive condition than quasiconvexity,
namely, rank-one convexity. Thus, the stored-energy function W (X, F) is said to be rank-one convex
if it satisfies the Legendre-Hadamard condition, namely, if it satisfies:

B(X,F) = | l‘g?g‘lil{miNjﬁijkl(X,F)mkNl} >0, (2.19)

where it is recalled that £ is given by (2.10); and indicial notation has been used to indicate precisely
the products involved. (In the absence to explicit notice to the contrary, Latin indices range from
1 to 3, and the usual summation convention is employed). Note that the strict inequality in (2.19)
(i.e., strict rank-one convexity) corresponds to strong ellipticity, whose physical meaning is that the
hyperelastic composite never admits solutions with discontinuous deformation gradients within the
given phases (see, e.g., Knowles and Sternberg, 1977; Hill, 1979). In this connection, it is important
to remark that other types of singular solutions, such as cavitation, are not precluded by strong
ellipticity. The interested reader is referred to Ball (1982) for a detailed discussion of such material
instabilities. On the practical side, for many of the cases considered in this work, it should be
mentioned that void nucleation is not expected to occur (Ball, 1982).

The conditions of convexity, polyconvexity, quasiconvexity, and rank-one convexity introduced

above satisfy the following chain of implications (see, e.g., Dacorogna, 1989):
Convexity = Polyconvexity = Quasiconvexity = Rank—One Convexity. (2.20)

As explained above, convexity is not a valid assumption for materials in finite elasticity. On the
other hand, polyconvexity, for which Ball’s existence theorems apply, is valid for many common
non-linear elastic materials. In addition, polyconvexity—as opposed to quasiconvexity and rank-one
convexity—is a relatively easy assumption to impose in practice (at least for isotropic materials).
Hence, in this work we will adopt the constitutive assumption of polyconvexity for the local behavior
of hyperelastic materials. More specifically, we will insist in local strict polyconvexity. In this

connection, it is convenient to record that (see, e.g., Marsden and Hughes, 1983)
Strict Convexity = Strict Polyconvexity = Strict Rank—One Convexity. (2.21)

This chain of implications, together with (2.20), entails that strictly polyconvex hyperelastic mate-

rials are also quasiconver and strongly elliptic. In this regard, it is important to make the following
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remark. In spite of the fact that the local behavior is assumed to be locally strongly elliptic, the
effective stored-energy function 1% may lose strong ellipticity. This can be seen by recognizing that
W, as defined by (2.12), is quasiconvex and therefore—according to (2.20)—rank-one convex, but
not necessarily strictly so (Geymonat et al., 1993). One of the issues of interest in this work is
establishing under what conditions the overall behavior of the composite can lose strict rank-one

convexity, that is, under what conditions

B(F) = | ”r_n”ilr\lw_l{miNjﬁijkl(F)mkNl} >0 (2.22)

ceases to hold true. Recall that in this last expression £ is given by (2.15).

Specific stored-energy functions for the phases

In subsequent chapters dealing with applications to specific material systems, we will restrict at-
tention to a special class of stored-energy functions W) for the phases of hyperelastic composites.
In particular, motivated by experimental evidence indicating that elastomers are normally isotropic
with respect to the undistorted state, special attention will be given to isotropic stored-energy
functions W),

Recall that the restriction of isotropy (together with that of objectivity) implies that the stored-
energy functions W) of the material constituents can be expressed as functions of the principal

invariants of the right Cauchy-Green deformation tensor C = F” F:

I = t1C = A} + A3 + A3,
1
L= [(trC)? — trC?] = ATA3 4+ A3A3 + A3AT,
13 =Vdet C = )\1)\2)\3, (2.23)

or, equivalently, as symmetric functions of the principal stretches Ai, A2, A3 associated with F.

Namely, W) may be written as:
WUNF) = o) (11, Iy, Is) = @) (Mg, Ag, Aa), (2.24)

where ®(") are symmetric. A fairly general (and relatively simple) class of stored-energy functions
(2.24), which has been found to provide good agreement with experimental data for rubberlike
materials, is given by:

WN(F) = g™(I) + b () + %(J —-1)2 (2.25)
where I = I and J = I3 have been introduced for convenience. The parameter k(") corresponds
to the three-dimensional® bulk modulus of phase r at zero strain, and ¢(") and A" are twice-
differentiable, material functions that satisfy the conditions: ¢((3) = h("(1) = 0, gy) (3) =
w /2, hgr)(l) = —u"), and 49%)(3) + hL(,T}(l) = u"/3. Here, u(") denotes the shear modulus
of phase r at zero strain, and the subscripts I and J indicate differentiation with respect to these

invariants. Note that when these conditions are satisfied W) (F) = (1/2)(s") — 2/3u(")(tre)? +

3In terms of the Lamé moduli, p/(") and p(7), (") = 1/ 4 2/3,(7),
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wtre? + o(e3), where € is the infinitesimal strain tensor, as F — I, so that the stored-energy func-
tion (2.25) linearizes properly. Furthermore, note that to recover incompressible behavior in (2.25),
it suffices to make the parameter (") tend to infinity (in which case W()(F) = ¢g(")(I) together
with the incompressibility constraint J = 1).

Experience suggests that “neat” elastomers normally do not admit localized deformations. Within
the context of the material model (2.25), this property can be easily enforced by simply insisting that
g(I) and h(J)+ %(J —1)? be strictly convex functions of their arguments, which renders the stored-
energy function (2.25) strictly polyconvex, and in turn—according to (2.21)—strongly elliptic. Note
also that the stored-energy function (2.25) is an extension of the so-called generalized Neo-Hookean
(or I;-based) materials to account for compressibility. It includes constitutive models widely used
in the literature such as the Neo-Hookean, Arruda-Boyce 8-chain (Arruda and Boyce, 1993), Yeoh
(Yeoh, 1993), and Gent (Gent, 1996) models.

In the sequel, we will consider a number of applications in the context of plane-strain deforma-
tions. For this type of loading conditions, the problems at hand will be essentially two-dimensional
(2D). In this regard, for such problems, it will prove more helpful to work with the 2D form of (2.25)
rather than with (2.25) itself. Thus, by fixing—without loss generality—A3 = 1 and defining the

in-plane principal invariants of C = FT F as:
IT=X4+X3, and J =\, (2.26)

the stored-energy function (2.25) under plane-strain conditions can be conveniently rewritten as:

R — 0

WOF) = gD + 0 () +

J—1)2, (2.27)

where now the parameter (") corresponds to the two-dimensional* bulk modulus of phase r at zero
strain, and §(") and h(") are such that: §((2) = A" (1) =0, ggf)(Q) =pu/2, 71?(1) = —u, and
4{7%)(2) +h§;}(1) = p("). Here, similar to (2.25), the subscripts I and J indicate differentiation with
respect to these invariants. Further, the above conditions make the stored-energy function (2.27)
linearized correctly in the limit of small deformations. In the sequel, the above-utilized check mark

““7” to denote 2D quantities will be dropped if there is no potential for confusion.

2.1.4 Macroscopic and microscopic instabilities

Next, it is important to recall that more mathematically precise definitions of the effective energy W,
other than (2.12), have been given by Braides (1985) and Miiller (1987) for periodic microstructures.
Such definitions generalize the classical definition of the effective energy for periodic media with
convex energies (Marcellini, 1978), by accounting for the fact that, in the non-convex case, it is not
sufficient to consider one-cell periodic solutions, as solutions involving interactions between several
unit cells may lead to lower overall energies. Physically, this corresponds to the possible development
of “microscopic” instabilities in the composite at sufficiently large deformation (see Appendix III

for a more precise definition of microscopic instabilities). In this connection, it is important to

4In terms of the Lamé moduli, p/(") and p(7), &(") = p/(") 4 (7)),
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remark that Geymonat et al. (1993), following earlier work by Triantafyllidis and Maker (1985)
for laminated materials, have shown rigorously that loss of strong ellipticity in the homogenized
behavior of the composite corresponds to the development of long-wavelength (i.e., “macroscopic”)
instabilities in the form of localized shear/compaction bands. Furthermore, the “failure surfaces”
defined by the loss of strong ellipticity condition of this homogenized behavior provide upper bounds
for the onset of other types of instabilities.

In view of the difficulties associated with the computation of the microscopic instabilities men-
tioned in the previous paragraph, especially for composites with random microstructures, a more
pragmatic approach will be followed here. By assuming—for consistency with the classical theory
of linear elasticity—that W) = le. Le + o(e?) as F — I, where € denotes the infinitesimal

lin
strain tensor and Ll(;)L are positive-definite®, constant, fourth-order tensors, it is expected (except
for very special cases) that, at least in a neighborhood of F = I, the solution of the Euler-Lagrange
equations associated with the variational problem (2.12) is unique, and gives the minimum energy.
As the deformation progresses into the nonlinear range, the composite material may reach a point
at which this “principal” solution bifurcates into lower-energy solutions. This point corresponds
to the onset of a microscopic instability beyond which the applicability of the “principal” solution
becomes questionable. However, it is still possible to extract useful information from the principal
solution by computing the associated macroscopic instabilities from the loss of strong ellipticity of
the homogenized behavior. This means that, in practice, we will estimate the effective stored-energy

function (2.12) by means of the stationary variational statement:

N
W(F) = stat > ) (WO(E), (2.28)

Fek(F) -

where it is emphasized that the energy is evaluated at the above-described “principal” solution of
the relevant Euler-Lagrange equations. From its definition, it is clear that W(F) = W(F) up to
the onset of the first microscopic instability. Beyond this point, and up to the onset of the first
macroscopic instability, W(F) < W(F). The point is that while the microscopic instabilities are
difficult to compute, the macroscopic instabilities are easy to estimate from W(F) Furthermore, it is
often the case (Geymonat et al., 1993; Triantafyllidis et al., 2006) that the first instability is indeed
a long-wavelength instability, in which case W(F) = W(F) all the way up to the development
of a macroscopic instability, as characterized by the loss of strong ellipticity of the homogenized
moduli associated with W(F) More generally, the first instability is of finite wavelength (i.e., small
compared to the size of the specimen), but even in this case, it so happens, as we have already
mentioned, that the loss of strong ellipticity of the homogenized energy /W(F) provides an upper
bound for the development of microscopic instabilities. In other words, the composite material
will become unstable before reaching the “failure surface” defined by the macroscopic instabilities.
Furthermore, recent work (Michel, 2006) suggests that the macroscopic instabilities may be the more
relevant ones for random systems, since many of the microscopic instabilities in periodic systems

tend to disappear as the periodicity of the microstructure is broken down.

5This condition can be relaxed to include composites with voids, in which case Ll<:’F)L =0.
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2.2 Bounds and estimates

Following up on the preceding framework, the primary objective of this work is to generate estimates
for the effective stored-energy function W of hyperelastic composites subjected to finite deformations.
A second objective is to study the evolution of the underlying microstructure, as well as the possible
onset of macroscopic instabilities—as measured by loss of strong ellipticity of the homogenized
behavior—in these materials. This is an extremely difficult problem, because it amounts to solving
a set of highly nonlinear partial differential equations with oscillatory coefficients. As a consequence,
there are precious few analytical estimates for w. Ogden (1978) noted that use of the trial field
F = F in the definition (2.12) for W leads to an upper bound analogous to the well-known Voigt
upper bound (Voigt, 1889) in linear elasticity, namely

N
W(F) < Z ) W) (F (2.29)

Note that this rigorous upper bound depends only on the initial volume fractions of the phases, and
contains no dependence on higher-order statistical information about the microstructure. Under ap-
propriate hypotheses on W, ensuring the existence of a principle of minimum complementary energy,
Ogden (1978) also proposed a generalization of the Reuss lower bound (Reuss, 1929). However, the
required constitutive hypothesis on W was too strong and excluded the majority of physically sound
hyperelastic materials used in the literature. For this reason, Ponte Castanieda (1989) proposed an
alternative generalization of the Reuss lower bound, exploiting the polyconvexity hypothesis. For

polyconvex materials of the type:
W(X,F) = f(X,F,F*¥ detF), (2.30)

where f is convex in F, F“dj(: det F F~T), and det F, this lower bound takes the form:

W(F) > Wpe(F) = (F)"(F,F*Y, det F). (2.31)
Note that—due to the lack of convexity of the function W—this lower bound is much sharper (see
Ponte Castatnieda, 1989) than the bound that would be obtained by means of the standard Legendre-
Fenchel transform applied directly to the function W, which would lead to a bound of the type
(W)* (F). Note further that, similar to (2.29), the rigorous lower bound (2.31) is microstructure
independent (but see Ponte Castaneda, 1989 to incorporate higher-order statistical information).
As stated in the Introduction, there are also numerous estimates for special microstructures
and special loading conditions, as well as empirically based and ad hoc estimates for various spe-
cial systems, including the cases of reinforced rubbers (see, e.g., Mullins and Tobin, 1965; Treloar,
1975; Meinecke and Taftaf, 1988; Govindjee and Simo, 1991; Bergstrom and Boyce, 1999; de-
Botton, 2005; deBotton et al., 2006) and porous elastomers (see, e.g., Gent and Thomas, 1959;
Feng and Christensen, 1982; Hashin, 1985; Danielsson et al, 2004). Our aim here is to de-
velop a general class of analytical estimates that are based on homogenization theory and that
are applicable to large classes of composite systems, including reinforced rubbers, porous elas-

tomers and other heterogeneous elastomeric systems, such as TPEs. Such estimates should allow
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for the incorporation of statistical information beyond the phase volume fractions, thus allowing
for a more precise characterization of the influence of microstructure on effective behavior. Some
progress along these lines has already been accomplished (Ponte Castaneda and Tiberio, 2000;
Lahellec et al., 2004) with the extension of the “tangent” second-order nonlinear homogenization

technique (Ponte Castaneda, 1996) to finite elasticity.

2.3 Second-order homogenization method

Our proposal for generating homogenization estimates in finite elasticity is based on an appropriate
extension of the “second-order” homogenization procedure that has been recently developed by
Ponte Castafieda (2001; 2002a) in the context of nonlinear dielectrics and viscous composites with
convex, nonlinear potentials. This new method is in turn a generalization of the “linear comparison”
variational method of Ponte Castafieda (1991) in a way that incorporates many of the desirable
features of an earlier version of the second-order method (Ponte Castafieda, 1996; Ponte Castaneda
and Willis, 1999), including the fact that the estimates generated should be exact to second order
in the heterogeneity contrast (Suquet and Ponte Castaneda, 1993). It is relevant to mention in this
context that earlier works (e.g., Talbot & Willis 1985, Ponte Castanieda 1991) delivered bounds that
are exact only to first order in the contrast. Next we give the description of the proposed method.
For completeness, the descriptions of (relevant) earlier versions of the method have been included
in Appendix V.

The main idea behind the second-order homogenization theory is the construction of a fictitious
linear comparison composite (LCC) with the same microstructure as the nonlinear composite (i.e.,

the same x(")). Thus, the local stored-energy function of the LCC may be written as:
N
Wr(X,F) = x"(X) Wi (F), (2.32)
r=1

where the quadratic functions WT(J') are given by the second-order Taylor approximations of the

nonlinear stored-energy functions W) about some reference deformation gradients F("):
T T T r T T 1 T T T
Wi (F) = WOFED) + SOFO) . (F - F0) + 5 (F—F") LO(F —F0). (2.33)

Here, it is recalled that 8™ are given by expression (2.9)2, and the L) are fourth-order tensors
with major symmetry to be determined later. Note that, in general, L(") # el
Next, “corrector” functions V(") are introduced such that:

VOE® L0 = sta [WW (B — Wi (E0)] (2.34)

These functions, which are multiple-valued depending on the parameters F(") and L) serve to
measure the nonlinearity of the phases of the original material, so that, under appropriate hypotheses
(essentially, when the functions V(") are smooth with respect to the moduli L("), the local stored-
energy functions of the phases of the nonlinear composite may be written as:

WO(F) = stat {W}”) (F) + VO (R, L<’“))} : (2.35)
L'
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for any choice of the reference deformations F("). In connection with this expression, it should be
emphasized that the appropriate branches of the functions V(") must be chosen in order to recover
the equality. Note that this relation may still be used in an approximate sense, even when the local
potentials are such that the equality in relation (2.35) does not hold strictly.

Now, by making use of (2.35) in expression (2.28), it follows that the effective stored-energy

function W of the nonlinear composite may be expressed as:

o~

N
W(F) =stat stat > ¢ <W}”(F)+V(T>(F<T>,L(T>)>

(r)
’
Fek 1,(s) (X) p—t

(2.36)

which after interchanging the stationarity operations with respect to F and L(") may be recast as

N
_ . ()
W(F) = stat {WT(F;F<S>,L<S>)+§ R <V(T)(F(T),L(T))> } (2.37)

()
LX) r=1

In this last expression, use has been made of the fact that the corrector functions V(") do not depend
on F(X), and

N
. A (D)
Wi (Fs ), L) = stat (Wr (X, F)) = stat > _c§ ) <W} )(F)> (2.38)
r=1

is the effective stored-energy function associated with the LCC defined by relations (2.32) and (2.33).

It is important to emphasize at this point that expression (2.37) provides a variational principle
for the effective stored-energy function W of the elastomeric composite, where the relevant trial
fields are the modulus tensors L(*)(X) of the N phases in the LCC. The main advantage of this
variational principle over the original form (2.28) is that the trial fields L(*)(X) do not need to satisfy
any differential constraints, such as the compatibility requirement. Of course, for the resulting
estimates to make sound physical sense, the compatibility requirement must be, and indeed is,
enforced through the use of the LCC with effective stored-energy function WT given by (2.38). In
this context, it is natural to exploit the variational structure of (2.37) by restricting our attention

to constant-per-phase trial fields L(®) in order to generate the following estimate for W

N
W (F) ~ stat {WT@; FOLLO) 4+ 3 e VO R, L“‘U} 7 (2:39)

(s)
L r=1

where the stat(ionary) condition in this last expression is now over constant-per-phase, fourth-order
tensors L(®).
Next, it is relevant to spell out the stationarity conditions in expressions (2.34) and (2.39). They

read as follows:
S(r)(f:\(r)) _ 8 (F(’“)) —_ L™ (F(T) _ F(T)), (2.40)

and —
Wr oV

L) + ¢ o O (2.41)
respectively. But using the facts that:
w (r)
OWr | _ % g 50 F - FO)0), (242)

OL() 2
F()
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and -
oV 1 - R
= ——(F" —FM) g (F - F"), (2.43)
OL™ gy 2

where the notation .|p(, has been used to emphasize that the derivatives with respect to L") are

taken with F(") fixed, the stationary condition (2.41) can be rewritten in the form:
(F-F") @ (F -FO)NO = (FO _F0)) g ") —F0), (2.44)
or, equivalently, as:
cl) = (FD —F) g (FD —F0) — (F —F0) g F —F0), (2.45)

where F") = (F)(") and Cg) = ((F - F(r)) ® (F - F(T))W') have been introduced to denote the
average and covariance tensor of the fluctuations of the deformation gradient over phase r in the
linear comparison composite. Thus, expression (2.45) can be seen to provide a set of conditions on
the fluctuations of the deformation-gradient fields in the phases of the LCC. It is important to realize
that these conditions are overly constraining, in general, as they would require that the fourth-order
tensors ((F — F(T)) ® (F — F(T)»(’”) be of rank 2. This suggests that it may not be possible to
optimize with respect to completely general tensors L(") in the variational statement (2.39). As will
be discussed in more detail in the next subsection, one possible way out of this problem is to optimize
with respect to suitably chosen subclasses of tensors L("). In this case, the optimality conditions
with respect to the L(") would still be of the form (2.41), where the derivatives would be taken with
respect to the appropriate components of the L(") in the relevant subclass. But the form (2.45) of
these conditions would need to be replaced by suitable traces of these expressions, depending on the
specific form selected for the L"),

By making use of conditions (2.40) and (2.41), the general second-order estimate (2.39) may be
shown to reduce to:

N
WE) =3 [W“)(ﬁ(ﬂ) —SMEM). (RO F(”)] . (2.46)
r=1
It is interesting to remark that relation (2.46) depends directly on the average deformation gradients
F(r) in the phases of the LCC. In addition, expression (2.46) also exhibits an explicit dependence on
the variables ]?‘(’”), which are associated with the field fluctuations of the deformation fields in the
phases of the LCC through relations of the type (2.45). Moreover, the estimate (2.46) can be shown
to be exact to second order in the heterogeneity contrast, provided that the corresponding estimates
for the LCC are also taken to be exact to second order in the contrast, and that the reference
variables F(") be assumed to tend to the macroscopic average F in the small-contrast limit.

In connection with the general second-order estimate (2.46), it should be emphasized that this
estimate is, in principle, valid for any choice of the reference deformation gradients F(), which
suggests optimizing with respect to these variables. However, it has been found (Lopez-Pamies and
Ponte Castaneda, 2004a) that the result of such an optimization appears to be inconsistent with
conditions of the type (2.45) on the field fluctuations. As a consequence, it becomes necessary to

appeal to other physically based considerations to make a choice for the variables F("). Among such
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considerations is the requirement of objectivity of the effective stored-energy function w. Indeed,
this is a non-trivial requirement in the context of the second-order variational estimate (2.46), which
makes use of a LCC with local stored-energy functions Wr}r), defined by (2.33), that are a priori not
objective (i.e., Wj(f)(QF) £ W;T) (F), for all proper orthogonal Q). However, remarking that the
reference variables F("), as well as the modulus tensors L("), ultimately depend on the macroscopic
deformation gradient F, it follows that these tensors must be objective quantities in order to ensure
the objectivity of the effective stored-energy function: /W(QF) = W(F) for all proper orthogonal
tensors Q. Therefore, it will be required here that the tensors F(") and L") satisfy the following

invariance relations under the change of observer (frame) defined by the rotation tensor Q:
Fi(;) — Qix Fé;), and LE;I)CZ — @ip@k)q[’;:")qh (2.47)

where indicial notation has been used to indicate precisely the products involved in the second
relation for the L("). Parenthetically, it is interesting to remark that, under conditions (2.47), the
effective stored-energy function /WT of the LCC can also be shown to be an objective scalar function
of F, even though, again, the constituent phases Wg) are locally not objective.

Similarly, the stored-energy function W of the composite must satisfy the overall symmetry
requirements of the system, that is, W(FK) = W(F) for all orthogonal, second-order tensors K
belonging to the symmetry group of the material, G. For instance, for a composite with isotropic
constituents and an isotropic distribution of the phases, the symmetry group G would correspond
to the full orthogonal group. In this work, attention will be focused on composite elastomers with
isotropic phases, but with anisotropic distribution of the phases. For this class of materials, it can
be shown that requiring the variables F(") and L) to be invariant under each of the transformations
(changes of reference configuration defined by) K € G leads to estimates (2.46) for the stored-energy
function that satisfy the overall symmetry requirements of the material. Hence, it will be required

here that the tensors F(") and L(") satisfy the following invariance relations:

E z'(jT) — Fy Ky, and Lz(’;gcl — Lgiq KpiKq, (2.48)

for all symmetry transformations defined by orthogonal, second-order tensors K € G.

In essence, conditions (2.47) and (2.48) provide general invariance requirements that must be
satisfied by the reference deformation gradients F(") and the modulus tensors L(") in the phases of
the LCC. In practice, however, enforcing conditions (2.47) and (2.48) is not a simple matter because
of the implicit manner in which F(") and L(") enter the stationary conditions (2.40) and (2.41). In
the next subsection, we provide specific choices (motivated by the local isotropy of the phases) for

F(") and L(") that satisfy the invariance requirements (2.47) and (2.48).

2.3.1 On the specific choice of the variables F(") and L) for isotropic
phases
It is clear from the expressions (2.33) for the stored-energy functions W}r) of the phases in the LCC

that requiring the variables F(") and L(") be isotropic functions of the local deformation gradient F

would be sufficient to ensure the isotropy of these linear phases. However, given the approximation
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(2.39) for W, the variables F(") and L") are constant per phase, and therefore it is not possible
to choose them in this manner. On the other hand, recalling that the “generalized secant” tensors
L") provide a generalization of the tangent moduli tensors LZ(T)(F(T)), it is sensible to require L(")
to satisfy the same objectivity and material symmetry restrictions, with respect to F(") as those
satisfied by £ (F(T)). In the particular context of phases that are characterized by objective and
isotropic stored-energy functions W (), the corresponding tangent moduli tensors E(")(F(T)) must

satisfy the following conditions:
‘Cz(';l)cl(Q F" Q') = QimQkn E(m”;mq(F(T)) Qi Qs (2.49)

for all proper orthogonal, second-order tensors Q and Q’. In other words, the sy (F(")) are objective
and isotropic tensor functions of the variables F() .

Next, note that the “reference” deformation gradient tensors F(") may be expressed in the form:
F =RM UM =RM QM DM (QM)T, (2.50)

where R(™ and U correspond, respectively, to the “rotation” and the “right stretch” tensors
associated with the polar decomposition of F("), D(") is a symmetric, second-order tensor with matrix
representation (relative to the laboratory frame of reference) D(") = diag ()\Y), )\ér), )\ér)), with )\Y)7
)\g), and /\gr) denoting the principal stretches of U™, and (Q(T))T is the proper orthogonal, second-
order tensor describing the orientation of the principal axes of U(") relative to the laboratory frame

of reference. It then follows from conditions (2.49) that:
LLED) = Q4)Q5 Q% Q) R R LD, (D), (251)

where it is noted that Eﬁpq(D(’")) will exhibit orthotropic symmetry—characterized by 12 indepen-
dent principal components® —with respect to the laboratory frame of reference. Since, as already
stated, the generalized moduli tensors L(") are expected to also be objective and isotropic tensor
functions of F(") | it is reasonable to prescribe the following requirement for the functional dependence
of the moduli tensors L(") on the variables F("):

P = Q410105 0 Ry R L), 0, 2

npq

where the L*(") = L(T)(D(T)) will be assumed to be orthotropic, fourth-order tensors with respect to
the laboratory frame of reference. Thus, since R("™ and Q(") can be readily determined from F("),
it is seen that prescription (2.52) reduces the number of independent components of L") from 45
to only 12, namely, the 12 independent components of the orthotropic tensor L,ﬁ%gq. At this stage
it is useful to note that relation (2.44) (or (2.45)) can be thought of as a set of equations for the 9
components of the second-order tensor F™ (for each r = 1,..., N). Therefore, the simplest way to
generate a consistent system of equations out of relation (2.44) is to further reduce the number of
independent components of Lf,%,q t0 9. (Recall that our objective in the present work is not to obtain

the best possible results.) In this case, only 9 equations will be generated by differentiating with

6Recall that an orthotropic fourth-order tensor with only major symmetry has 15 independent principal compo-
nents. However, tangent modulus tensors derived from isotropic stored-energy functions contain only 12 independent
principal components.
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respect to these 9 independent components, which will involve only certain traces of the fluctuations
tensors Cg), as will be seen below. Prescriptions of the type (2.52), as it will be seen in more detail
in the applications presented in the sequel, turn out to be consistent with the physical requirements
of objectivity (2.47)2 and overall material symmetry (2.48),.

Having established the result (2.52) for the modulus tensors L(") for composite elastomers with
isotropic phases, it remains to establish a consistent prescription for the variables F("). The sim-
plest prescription satisfying the objectivity and overall material symmetry requirements, (2.47); and

(2.48)1, as well as the requirement that the reference variables F () tend to the macroscopic average

F in the small-contrast limit, is, of course,

F") =F, (2.53)

An alternative prescription, also satisfying these requirements, would be to set F(") = F(T), as

7

initially proposed by Lopez-Pamies and Ponte Castaneda (2004a).” However, it has been shown

2 lead to inconsistencies (see Appendix

that for certain limiting cases, the prescriptions F(") = F
VI). For this reason, in this work, dealing with general elastomeric systems, use will be made of the
prescription (2.53), which has been found to lead to more physically consistent results. However,
it should be re-emphasized that it is not yet known what the best prescription for the reference
variables F(") is.

In the next section, we will make use of conditions (2.53) for the F(") and of conditions (2.52) for
the L(") to specialize the general second-order estimate (2.46) to the case of two-phase elastomeric

composites with “particulate” microstructures, where both the matrix and the inclusion phase will

be taken to be isotropic.

2.4 Effective behavior of two-phase hyperelastic composites

with “particulate” microstructures

In this section, we specialize the general second-order estimate (2.46) for the effective stored-
energy function W to the specific case of two-phase composites consisting of ellipsoidal parti-

82) = ¢g and characterized by the isotropic stored-energy

cles,® with given initial volume fraction c
function W) which are distributed either randomly with “ellipsoidal symmetry” (Willis, 1977,
Ponte Castaneda and Willis, 1995) or periodically (Nemat-Nasser et al., 1982; Suquet, 1990) in a

compressible elastomeric matrix with isotropic stored-energy function W) (see Fig. 2.1).

2.4.1 Classical bounds

Before proceeding with the specialization of the second-order estimates, it is important to make cer-
tain remarks with regard to the classical Voigt upper bound (2.29) and the Reuss-type polyconvex
lower bound (2.31), which depend only on the initial volume fractions of the phases. (The special-

izations of these bounds to the case of two-phase elastomers with hyperelastic matrix phase W)

7This article has been included as Appendix A at the end of this thesis.
8This assumption could be relaxed to admit other particle shapes, but, for conciseness, this will not be done here.
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(a) (b)

Figure 2.1: Schematic representation of the “particulate” microstructures considered in this work. (a)
Ellipsoidal particles distributed randomly with “ellipsoidal symmetry;” the solid ellipsoids denote the inclu-
sions, and the dashed ellipsoids, their distribution. (b) Ellipsoidal particles distributed periodically; the solid
ellipsoids denote the inclusions, and the dashed parallelepipeds, their distribution.

and inclusion phase W(?) are straightforward and therefore will not be detailed here.) First, note
that in the limit when the inclusion phase is made rigid, the Voigt upper bound becomes infinite.
Although rigorously an upper bound, the Voigt estimate is physically unrealistic in this limiting
case, as it would suggest that the addition of any fraction (even infinitesimal) of rigid reinforce-
ment into an elastomeric matrix would result in a rigid material, which is in contradiction with
experimental evidence. On the other hand, the polyconvex lower bound remains finite in this limit,
and therefore it can be of use. However, it should be recalled that this bound does not linearize
properly (Ponte Castafieda, 1989), i.e., it does not reduce to the classical Reuss lower bound for
infinitesimal deformations. Second, note that in the limit when the inclusion phase becomes vacu-
ous (i.e., W) = 0) and the matrix phase is incompressible (typical of rubbers), the Voigt bound
becomes unbounded for all loadings, except for isochoric deformations. That is, the Voigt bound
suggests that a porous elastomer with incompressible matrix phase is itself incompressible, which
is in contradiction with experience. Moreover, the polyconvex lower bound vanishes identically in
the limit when the inclusion phase becomes vacuous. The corresponding failures of the Voigt upper
bound and the polyconvex lower bound can be used as motivation for generating the new type of
estimates that we propose to develop in this work. Although, they are less rigorous in the sense
that they are not bounds, they will be much more accurate, providing more realistic predictions,

especially, for cases when the inclusion phase is significantly stiffer or softer than the matrix phase.

2.4.2 The linear comparison composite

The computation of the second-order estimates for two-phase elastomeric composites requires the
determination of the effective stored-energy function associated with a fictitious linear comparison
composite (LCC) with the same microstructure as the original elastomer, as well as the corresponding
phase averages F and fluctuations Cg ) (r =1,2). It is remarked that the LCC problem at hand

involves non-symmetric measures of “stress” and “strain” and hence a suitable generalization of the
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classical problem is required. This generalization is straightforward and it was carried out by Ponte
Castanieda and Tiberio (2000) in the broader context of N-phase “thermoelastic” composites. The
general expressions will not be repeated here, instead, only the relevant results specialized to two-
phase systems will be considered. In this regard, it is recalled that great simplification of the general
relations for thermoelastic composites is available for the special class of two-phase composites.
Thus, making use of an appropriate generalization of the Levin relations (Levin, 1967), the effective

stored-energy function WT for the two-phase LCC may be written simply as:

Wr (F)=f+T F+

F-LF, (2.54)

DN | =

where f = f + i (AL)T'AT - (f; —f) (AL)Y'AT, T =T + <:E —f) (AL)7YAT are effective
“specific-heat” and “thermal stress” quantities, depending on the effective modulus tensor f;, which
is characterized in more detail further below. Also, in these expressions, f(") = W) (F(T)) -
T . FO) — Ip0) . LOFO, T0) = S(F)) — LOF® (r = 1,2), and AL = LO — L3,
AT = TM — T®) | Furthermore, f, T, and L are the volume averages of f, T, and L. Note that
the effective stored-energy function W\T is completely determined in terms of L.

In the above relations, L is the effective modulus tensor of the two-phase, linear-elastic compar-
ison composite with modulus tensors L(*) and L(®), and the same microstructure, in its undeformed
configuration, as the nonlinear hyperelastic composite. A reasonably good estimate for the type of
“particulate” microstructures considered in this section is the generalized estimate of the Hashin-

Shtrikman (HS) type (Willis, 1977):

1

L=LY 4 [(1-co)P— (AL . (2.55)

Here, P is a microstructural tensor that depends on the size, shape and orientation of the inclu-
sions, as well as on their spatial distribution. In particular, the tensor P depends on whether the
distribution of the inclusions is random (Willis, 1977; Ponte Castafieda and Willis, 1995), or periodic
(Nemat-Nasser et al., 1982; Suquet, 1990). In passing, it is appropriate to remark that the HS-type
estimate (2.55) reduces to the classical result in the limit of small deformations (see Appendix IV
for details). Furthermore, the estimate (2.55) is known to be accurate for small to moderate initial
volume fractions of inclusions, ¢y, and that it may become inaccurate for large cg, when the inter-
actions among the particles become especially strong. Since the volume fraction of inclusions, as
well as their shape, orientation, and distribution, in a elastomeric composite can evolve (see Section
2.5) as a function of finite deformation histories, this has the practical implication that the second-
order estimates of the HS type may become inaccurate once the volume fraction, or other relevant
microstructural variables, reach values approaching the percolation limit (as explained in detail in
Section 2.5). However, it should be emphasized that the second-order estimates (2.46) could still be
used beyond this range, provided that a more sophisticated estimate was used for the LCC. Next,
we provide explicit expressions for P for the random and periodic microstructures considered in this
work.

For a random, “ellipsoidal” distribution of ellipsoidal inclusions, the microstructural tensor P
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can be written as (Willis, 1977; 1982):

= 1 - 1\ —3/2
P = rdet(zo) /|£ _ H©O (2 '€ Zy7¢) 7T ds. (2.56)

In this relation, H;;ri(§) = Ki;lé“jfl, with K, = Lg;l)clgjfb and the symmetric second-order tensor Zg
serves to characterize the “ellipsoidal symmetry” of the microstructure in the reference configuration.
More specifically, the tensor Zg serves to define the shape and orientation of the ellipsoidal particles,
as well as the “shape” and “orientation” of their two-point correlation function, which are assumed
to be initially identical to those of the particles. (This assumption could be relaxed by allowing
the shapes and orientations of the particles and of their distribution functions to be different (Ponte
Castaneda and Willis, 1995), but this is not done here as it would necessitate the use of two different
P tensors.) For later use, it will prove convenient to spell out three limiting cases of practical interest
in expression (2.56). The first one corresponds to an isotropic distribution of spherical particles,
and is simply obtained by setting Zg = I in (2.56). The second limiting case corresponds to aligned
cylindrical fibers distributed with “elliptical” symmetry in the plane transverse to the fiber direction,
and can be obtained by setting Z, = diag(1/z?,1/23,€) in (2.56) and taking the limit € — 0. The
analysis of this limit is given in Appendix V, but the final expression for the tensor P can be written

as follows:
wo Hijri(€1,82,83 = 0)
2T £24£2=1 f% + w% 55

Here, it should be noted that the components in (2.57) are relative to the principal axes of Zg, as

Pijp = ds. (2.57)

defined by the rectangular Cartesian basis {e;}. Moreover, in expression (2.57), wo = 29/2% and the
fibers have been aligned—without loss of generality—in the es direction. Finally, the third limiting
case corresponds to layers forming a laminate, and can be obtained by setting Zy = diag(1/2}, €, €)
in (2.56) and taking the limit ¢ — 0, or, equivalently, by taking the limit wy — oo (or wg — 0)
in (2.57). The analysis of this limit is also included in Appendix V, but the corresponding final

expression for the tensor P characterizing a laminate microstructure reads as follows:
P =H(N), (2.58)

where N denotes the direction of lamination in the undeformed configuration.
For a periodic distribution of ellipsoidal inclusions, the microstructural tensor P can be written

as (Suquet, 1990):

P= T Y HEG(-6GHE), (2.59)
§er*—{0}
where H(¢) has already been defined above, G;(£) = 3(sinn—ncosn)/n® with n = (Z5'¢ Z51£)1/2,
and R* denotes the reciprocal periodic lattice (i.e., in Fourier space). Note that here, similar
to (2.56), the tensor Z, characterizes the shape and orientation of the ellipsoidal particles in the
undeformed configuration. On the other hand, the initial distribution of the (center of the) particles
is completely characterized by R* (see, e.g., Chapter 2 in Kittel (1968)). Finally, it is worth noticing
that the computation of (both, (2.56) and (2.59), tensors) P depends on the anisotropy of the

modulus L), which in turn depends on the functional form of the potential W) as well as the

particular type of loading, as determined by F.
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Next, it can be shown (see, for example, Ponte Castafieda and Suquet, 1998) that the average

deformations F(l) and F(Q) in the matrix and inclusion phase of the LCC can be conveniently

determined from the overall average deformation condition, together with the stored-energy function

(2.54), through the relations:

R S ) — 1 dWr—7)
FV=——(F-«F”). ad F = | (2.60)

respectively. Note that the derivative of WT — f with respect to T in the second of relation (2.60)
must be carried out with L(?) held fixed.

Furthermore, the fluctuations CS ) and Cg ) in the matrix and inclusion phase of the LCC can
be readily determined through the relations:

2 oW
cy = T

2
== 3L , and C¥ =o, (2.61)

FO=F®

respectively. Note that the derivative of Wr with respect to L) in the RHS of (2.61); must be

carried out with F(!) held fixed. Moreover, the vanishing of the fluctuations in the inclusions,
as stated by (2.61)s, is a direct consequence of the use of the HS-type estimates (2.55) in the

homogenization process.

2.4.3 Second-order homogenization estimates: compliant particles

In this subsection, we specialize the general second-order estimate (2.46) to the case of the two-phase,
particulate, elastomeric composites introduced above. For later use, it is convenient to present the
development for a general reference deformation gradient F(!). On the other hand, in view of the
fact that the fluctuations associated with the HS-type estimate for the LCC vanish identically in
phase 2, it proves computationally simpler to set the reference deformation gradient F(2) = F(Q).
It is emphasized that any other prescription (satisfying the conditions of objectivity (2.47); and
overall material symmetry (2.48);) for F(?) would lead to exactly the same second-order estimate

(as a consequence of the use of the HS-type estimates (2.55) for the LCC). Thus, the second-order

estimate for two-phase elastomeric materials simplifies to:
W(F) = (1 - co) [WwOED) - sOE®) . (30 _FY)| £ wFE?), (2.62)

Here, F(l), F(2), l:"(l), 13‘(2), together with the modulus tensors L(Y) and L(®, need to be made

(2)

explicit. To this end, it is important to realize that by setting F(?) = F it follows (from the

appropriate specialization of equations (2.40) and (2.41)) that F® = F(Q), and that the modulus

tensor of the inclusion phase in the LCC reduces to L(?) = 9?W®?) (F(2))/8F2. Next, it is noted

@ in the matrix phase of the relevant LCC is determined,

(2

that the average deformation gradient F
in terms of the applied macroscopic loading F and the average deformation gradient F' in the
inclusion phase of the LCC, from the overall average deformation condition (2.60);.

Now, with the above simplifications, equation (2.60)s leads to:

F® = Fo L (AL) D - L)AL [AS + LOF - FO)

Co

LOF-FN], (263
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where AS = SW(FM) — 8(2)(F(2)). Making use of the HS estimate (2.55), this expression can be

shown to simplify to:

|

B F(2) — (1—c)P [L(l) (F(l) _ F(2)> _ 5(1)(F(1)) +8®@ (F(Z))} , (2.64)

which can be seen to constitute a system of 9 nonlinear algebraic equations for the 9 components of

the average deformation gradient F(Q)

. Note that these equations depend directly on the modulus
tensor L1 of the matrix phase, but, remarkably, not on the modulus tensor L(?) of the inclusion
phase.

Next, the generalized secant condition (2.40) for the matrix phase provides an equation for the

variable ﬁ‘(l)7 which is given by:
8(1)(F(1)) _ 5(1)(]_:‘(1)) = L(l)(F(l) _ F(l)). (2.65)

This relation can interpreted as a set of 9 nonlinear algebraic equations for the 9 components of
FO,

As discussed in the previous section, the modulus tensor L") for the isotropic matrix phase will
be taken to be of the form (2.52), which is now written as:

L), =WV RV R L,

q mnpq’

(2.66)

where the notation L}, = Lg;,)cl(D(l)) has been introduced for convenience. It is recalled that L*
should be assumed to have orthotropic symmetry relative to the laboratory frame of reference. In
order to avoid the potential inconsistencies associated with equation (2.45) for the second moments
of the deformation gradient field in the matrix phase of the LCC, the tensors L* will be chosen
here to have only 9 independent components, instead of the 12 components that would normally
be associated with orthotropic symmetry (for fourth-order tangent modulus tensors derived from
isotropic stored-energy functions). As it will be seen in the applications to follow, the choice of the
9 independent components of L* is somewhat arbitrary, and depends on the specific constitutive
behavior of the hyperelastic matrix phase. However, at this stage, it is only important to recognize
that the restriction to 9 independent components for L* will translate into internal constraints among
the 12 standard components of the orthotropic tensor L*. Then, denoting by £% (o = 1,2,...,9)
the 9 independent components of L*, and repeating the procedure that led from the stationarity

condition (2.41) to expression (2.44) now gives:

(}f:\(l) _F<1>) oLt (}f:\(l) _F<1>) _ 2 oW

2.
* 1—00 8@; ( 67)

F1)

In this expression, WT is the stored-energy function of the relevant LCC given by (2.54) with
F® = F(Q), and L = 82W(2)(F(2))/8F2. Thus, the right-hand side of this equation can be
computed by performing the indicated derivatives with respect to the moduli £}. The resulting
expressions, which involve suitable traces of the fluctuation tensor Cg ), are rather complicated, but

can be simplified dramatically by repeated use of the expression (2.64) for F(2). In the end, the
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equations (2.67) can be rewritten in the simple form:

(Fu) _ F(l)) oLt (Fu) _ F<1>)

(F— F(U) oL (F— F(l))

ng 1—co %

(2.68)

They constitute a system of 9 scalar equations for the 9 scalar variables £}, which, remarkably, are

also independent of the modulus tensor L of the inclusion phase. (Recall that F(Q)

by equation (2.64), is independent, of L(2).)

, as determined

The only variable that remains to be specified is the reference deformation gradient F(!)| which
in this work will be set equal to F (i.e., F(') = F). Therefore, in conclusion, equations (2.64), (2.65),
and (2.68) constitute a closed system of 27 nonlinear algebraic equations for the 27 scalar unknowns

)7 the 9 components of 1:"(1), and the 9 independent components

formed by the 9 components of F<2
of L™ (i.e., the 9 independent components of L*, denoted by £% ), which, in general, must be solved
numerically. Having computed the values of all the components of F(z), F®, and LM for a given

loading F, the values of the components of F(l)

can be readily determined using relation (2.60);. In
turn, the second-order estimate for the effective stored-energy function W for two-phase, particulate,
elastomeric composites can now be computed, from relation (2.62), using these results. It should
be emphasized that the resulting estimate is objective, as will be seen in more detail in subsequent
chapters of this work.

To conclude, it interesting to remark that the just-defined system of equations defining the ef-
fective stored-energy function W for a general, two-phase, hyperelastic composite with particulate
microstructure does not depend explicitly on the modulus tensor L of the inclusion phase (al-
though, of course, it does depend on the behavior of the hyperelastic inclusion phase through the
energy function W(?). This unexpected result is a consequence of the use of the HS-type estimate
(2.55), which implies vanishing fluctuations in the inclusion phase of the LCC. In any event, the in-
dependence of the second-order estimate (2.62) (together with expressions (2.64), (2.65), and (2.68))

on L® will greatly facilitate the computation of the limiting cases of vacuous inclusions and rigid

particles, which are considered next.

2.4.4 Second-order homogenization estimates: porous elastomers

The specialization of the second-order estimate (2.62) for general two-phase elastomers with partic-
ulate microstructures to porous elastomers can be simply obtained by setting W) = 0. The result
reads as follows:

W(E) = (1= fo) (WO ED) - sOF) - @0 -F)], (2:69)

(1), FO, and LM are deter-

)

mined by suitably specializing the relations (2.60);, (2.64), (2.65), and (2.68), and eliminating the

where fy = ¢ for consistency with later chapters, and the variables F
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) 1)

variable F(2 in these equations in favor of F' '. Thus, having set F(!) = F, the resulting equa-

tions are (2.65), which does not change, the following explicit equation for the average deformation

1

. =(1) . .
gradient F' ~ in the matrix phase:

FU=F_ (E“))*ls(l)(F), (2.70)

where

EW =P~ — (1 - f)L.V (2.71)

is a fourth-order tensor with major symmetry depending only on L), and the field-fluctuations

equation:

. — oL . — 1 /— —ay OEM @)
o_7. B sl (Fo VOB m
(B —F) (B - F) = - (F F ) 50s (F F ) (2.72)

In short, equations (2.65) and (2.72) constitute a closed system of 18 nonlinear, algebraic equa-
tions for the 18 unknowns formed by the 9 components of FO and the 9 independent components
of LY (i.e., the parameters ¢*). Having computed all the components of FO and LW, for a given

loading F and initial microstructure, the components of F(l)

can be readily obtained from (2.70).
In turn, these results can be used to finally compute the second-order estimate (2.69)

Finally, it is worth mentioning that the above-developed expressions are equivalent to those given
in Section 4.3 of Lopez-Pamies and Ponte Castaneda (2004b) (for version 3 of the second-order
estimates) for porous elastomers, but the expressions given here are more explicit (and therefore

easier to implement).

2.4.5 Second-order homogenization estimates: rigid particles

In this subsection, we specialize further the general second-order estimate (2.62) to the limiting case
when the particles are taken to be rigid. To this end, for simplicity and without loss of generality,
the following choice is made for the stored-energy function of the inclusion phase:

(2)

W (F) = “7 (F-F —3) — u® In(det F) (2.73)
where the shear modulus p(?) will be taken to tend to infinity in order to model rigid behavior. Note
that this form for W is objective and consistent with the requirement that the deformation gradient
F within the particles should tend to an orthogonal tensor R (i.e., the particles should undergo a
rigid body rotation) in the limit u(?) — oco. Based on this choice for the stored-energy function of

the inclusion phase, an expansion for the average deformation gradient F( ) in the particles of the

LCC is attempted in the limit as (?) — oo of the following form:
FP =RY + F 1 0(e), (2.74)

where € = 1/pu(?) is a small parameter, and R® and F(lz) are second-order tensors to be determined
from the asymptotic analysis that follows. As suggested by (2.73), ﬁ@) is assumed to be orthogonal.

It is now relevant to spell out the asymptotic expansions for the stored-energy function W), as
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well as for the associated stress 8(2), evaluated at the average deformation gradient (2.74) in the

limit as € — 0. The results read as follows:

wOFEY) =0+ 0(), sOFY)= a‘gfiF@)(F@)) =89 +0(0), (2.75)
where the second-order tensor & 5)2) is given by:
s =F? +RYF")TRY. (2.76)
We remark, for later use, that
R?)TsP = (s2)"R™. (2.77)

Although this identity can be easily verified algebraically, it is a simple consequence of the objectivity
of the stored-energy function (2.73).
Now, using F(1) = F for the reference deformation, it follows from the above asymptotic results

that the leading-order term in equation (2.64) can be written in the form:
EVF -RY)+ (1-c) [SVF) - sP] =0, (2.78)

where E) and 822) are given, respectively, by expressions (2.71) and (2.76).

The expression (2.78), which is a full second-order tensorial relation (i.e., it contains 9 indepen-
dent scalar equations), can be used to generate an equation for the rotation tensor ﬁ(2), which has
7(2))’1‘

only 3 independent components, by first left-multiplying expression (2.78) by (R , extracting

the skew-symmetric part of this expression, and making use of the identity (2.77). The resulting

. C . . (2
equation for the average rigid rotation R( )

()" [e0 (F-&?)] - [£® (F-R®)] B

(1 - ) {(R(2)>TS(1)(F) - (s<1>(F))TR(2)} -0, (2.79)

of the particles may be written in the form:

. . . . (2
which provides a set of 3 independent equations for the 3 components of R( ).

It should be clear
from the derivation that this equation is independent of the form of the constitutive behavior (2.73)
assumed for the inclusion phase, since the only property that we have really used is the objectivity
of W®,

Having determined ﬁ@) from equation (2.79), it is now a simple matter to obtain FY with the
help of relation (2.60);. The result is:

F(l) 1

-1 (F - coﬁ(2)) +O0(0). (2.80)

The generalized secant modulus expression (2.65) remains unchanged in the limit as ¢ — 0, but

the expression (2.68) involving the field fluctuations can be easily shown to reduce to:

(ﬁ(l) _ F) . %LT(:) (Fu) _ F) _ (1—070%)2 (F - ﬁ<2’) . 55:) (F - ﬁ@’) L (28])

Finally, making use of expressions (2.75); and (2.80) in (2.62), it is easy to show that the second-
order estimate for the effective behavior of elastomers reinforced with rigid particles reduces to:

—

W(F) = (1 - co)WO(EFED) + SOF). [F P cO)F(U} . (2.82)
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In summary, equations (2.65), (2.79) and (2.81) constitute a closed system of 21 nonlinear alge-

), the 9 components of

braic equations for the 21 scalar unknowns formed by the 3 components of ﬁ(Z
F(l), and the 9 components of L) (i.e., the independent components £%), which, in general, must
be solved numerically. Having computed all the components of ﬁ(2), FO, and LY, for a given
loading F and initial microstructure, the second-order estimate (2.82) for the effective stored-energy
function W of the rigidly reinforced elastomers can be readily obtained.

In passing, it is noted that the above results for rigidly reinforced elastomers provide a general-
ization of the earlier results of Ponte Castanieda and Tiberio (2000) and Lopez-Pamies and Ponte
Castafnieda (2004a), where, on account of the considered isotropic symmetry of the microstructure,

it was sufficient to set the average rigid rotations for the rigid inclusions equal to the identity (i.e.,

R® =1).

2.5 Microstructure evolution

When a composite material is subjected to finite deformations on its boundary, its microstructure
will not remain fixed, but instead will evolve at every step of the deformation. In general, the
problem of characterizing the evolution of the microstructure in a detailed manner is a hopelessly
difficult task, due to the large number of microstructural variables that would be involved. However,
for special classes of microstructures, such as the “particulate” microstructures discussed above, it
is possible to develop consistent models for the evolution of suitably chosen microstructural vari-
ables. For viscoplastic composites, such types of models have been proposed by Kailasam and Ponte
Castarieda (1998), the central idea being that the evolution of the size, shape and orientation of the
inclusions should be controlled—on the average—by the average strain-rate and spin fields in the
inclusion phase, essentially generalizing notions introduced by Eshelby (1957) for linearly viscous
composite systems with dilute concentrations of inclusions. Thus, for the viscoplastic composites
with particulate microstructures, the relevant microstructural variables were identified to be the
volume fraction of the inclusion phase, and the average aspect ratios and orientation angles of the
inclusions, and evolution laws for these variables were generated combining basic kinematics prin-
ciples with nonlinear homogenization estimates for the average strain-rate and spin fields in the
inclusion phase. For non-dilute systems, additional microstructural variables were also identified
(Ponte Castaneda and Willis, 1995) serving to characterize the “distribution” of the inclusions in
the matrix phase, and evolutions laws for these variables have also been proposed (Kailasam et al.,
1997).

For the viscoplastic composites mentioned in the previous paragraph, the development of evo-
lution laws for the relevant microstructural variables was essential to be able to describe the con-
stitutive response of these materials under finite-deformation histories. Given that the constitutive
behavior of these materials is most naturally characterized by means of a Eulerian description of
the kinematics, the relevant homogenization procedure is carried out by taking a snapshot of the
microstructure at the current instant of time and generating an estimate for the instantaneous con-

stitutive response of the material. This means that this snapshot homogenization process must be
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supplemented by appropriate laws serving to characterize the evolution of the microstructure from
one instant to another instant in time.

In the present work, the interest is on hyperelastic composites, which are characterized, as we
have seen, by a Lagrangian description of the kinematics. This means that—unlike the example
of viscoplastic composites—the evolution of the microstructure resulting from the finite changes in
geometry is already accounted for in the homogenized constitutive description, given by equations
(2.16) with (2.12) for these materials. In other words, it is not necessary to obtain additional equa-
tions to characterize the evolution of the microstructure in these systems. Indeed, the minimizing
solution in expression (2.12) for the effective stored-energy function of the composite elastomer con-
tains implicitly all the necessary information to describe how every point in the specimen moves,
and therefore, also how the microstructure evolves. Nevertheless, even if it is not necessary to know
how the microstructure evolves in order to determine the effective behavior of a composite elas-
tomer, it is still of interest to have access to this information, as it will be useful to develop a better
understanding of the constitutive response of composite elastomers. As will be seen in the context
of the applications in the sequel, the evolution of the microstructure plays a critical role in the
determination of the overall response of composite elastomers, in general, and of their macroscopic
stability, in particular.

For simplicity, the focus here will be on composite elastomers with the “particulate” microstruc-
tures described in the preceding section. These are two-phase composite systems comprised of
an elastomeric matrix phase reinforced (or weakened) with ellipsoidal inclusions, which are all
taken to be identical in shape and orientation, and are described by a “characteristic ellipsoid”
Ey={X|X- (ZOT ZO) X < 1} in the reference configuration. The symmetric second-order ten-
sor Zo ! Zy has principal values 1/(29)%,1/(29)%, and 1/(29)?, defining two initial aspect ratios
W) = 2§/29 and w§ = 29/23, and principal directions defining a rectangular Cartesian basis {e;}.
In addition, the inclusions are assumed to be distributed either randomly or periodically (see Fig.
2.2). In the former case, it is further assumed that the inclusions are distributed with “ellipsoidal
symmetry” with the same aspect ratio and orientation as the inclusions in the reference configura-
tion, hence the use of only one microstructural tensor P in (2.56) (see Ponte Castaneda and Willis,
1995).

Given the significant nonlinearities involved in these hyperelastic composites, the deformation-
gradient field F will not be uniform inside the inclusions, even for dilute concentrations (¢y << 1).
This means that the initially ellipsoidal inclusions will deform into inclusions with shapes that will
not, except in the small-deformation domain, continue to be ellipsoidal. However, consistent with
the general aims of homogenization, where the interest is not in the details of the deformation
fields, but only on average information on these fields, our objective here will be to characterize
the evolution of the “average” size, shape and orientation of the inclusions, as determined by the

@ in the inclusion phase. It is important to mention in this context

average deformation gradient F
that this approximation is entirely consistent with the use of the estimates of the HS-type described
in the previous section, since the deformation gradient field F in this type of approximation turns

out to be constant inside the inclusions, and therefore, such that F(X) = F for X e QéQ).
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(@)

(b)

Figure 2.2: Schematic representation of two-phase, “particulate” composites in the undeformed configura-
tion identifying the initial state of the various microstructural variables. (a) Random, ellipsoidal distribution.
(b) Periodic distribution.

Under these hypotheses, the material inside an inclusion centered at X¢ in the undeformed

configuration, which is defined by the ellipsoid:
Ef ={X| (X =X) - Zo" Zo (X —X°) < 1}, (2.83)

will deform according to: x —x° = F (X —X¢), where x¢ denotes the center of the inclusion in the

deformed configuration. It then follows that the inclusion defined by (2.83) evolves into the ellipsoid:

B ={x| (x —x°)-Z"Z (x — x°) < 1}, (2.84)

in the deformed configuration, where Z = ZO(F(Z))_l. The symmetric, second-order tensor ZTZ
has principal values 1/(21)%,1/(22)?, and 1/(z3)?, which serve to define the two current aspect
ratios w1 = z3/7z1 and we = z3/ze for the inclusions (in the deformed configuration). Similarly,
the principal directions of Z”Z, denoted here by the rectangular Cartesian basis {e}}, define the
principal directions of the inclusion in the deformed configuration. The evolution of the average
shape and orientation of the inclusions can thus be characterized—through the tensor Z—from the
knowledge of the average deformation gradient F(z) in the inclusion phase, together with the initial
shape and orientation of the inclusions in the reference configuration, as determined by Zj.

Next, note that the current volume fraction of the inclusions in the deformed configuration is

given by:

N fQ(2) dv B fQ§)2) det FAV B (det F>(2) . (det F>(2) . (2.85)
T fodv [y detFdV — (detF) ' detF '




2. Theory 35

where Q and Q®) denote the volume of the specimen and inclusion phase in the deformed con-
figuration, respectively, and use has been made of the fact that det F is a null-Lagrangian. Now,
recalling that within the context of the HS-type estimates (2.55), used in the homogenization pro-
cess for the above-described composites, the fields in the inclusion phase are constant, it follows
that (det F)?) = det(F)(®) = det F(Q), so that the current volume fraction of the inclusions in the
deformed configuration can be written as:
=(2)
c= % Co, (2.86)
which may be readily computed in terms of the available estimate, F(Z), for the average deformation
gradient in the inclusion phase, and the known, initial volume fraction, ¢y, of the inclusions in the
reference configuration.
The above results simplify considerably for the case when the particles are taken to be rigid. In
this case, the inclusions are constrained to undergo an average rigid rotation F(Q) = ﬁ(2). This im-
plies that det F(z) =1, so that the current volume fraction of particles in the deformed configuration

simplifies to:
Co

c= —.
detF

When the matrix phase is further assumed to be incompressible, det F = 1, the expression (2.87)

(2.87)

for the current value of the volume fraction of the inclusion phase further reduces to ¢ = ¢y, as
expected on physical grounds. Moreover, in this case, the tensor Z7Z characterizing the shape and

orientation of the particles in the deformed configuration reduces to:

(2

277 =R 7,7 2,(R™)T. (2.88)

From this result, it is evident that for rigid particles the principal values of Z*Z are equal to
those of Zo T Zy. This implies that the shape of the particles will remain fixed upon deformation
(i.e., w1 = w? and wy = wY), which is, of course, consistent with the particles being rigid. On the
other hand, the rotation tensor ﬁ@) serves to characterize the reorientation of the principal axes of
ZT7Z with respect to those of Zo T Zo.

In short, it has been shown that the evolution of the volume fraction, the average shape, and
the average orientation of the inclusions in the type of reinforced elastomers considered in this work
can be consistently estimated from the knowledge of the average deformation gradient F<2) in the
particles, which, in turn, can be readily obtained from the homogenization estimates of the previous
section.

Next, we address the evolution of the distribution of the inclusions (i.e., the relative motion of the
center of the underlying particles) as a function of the applied deformation F. For (simple) periodic
microgeometries, it can be shown rigorously that the relative motion of the centers of the underlying
inclusions are governed by the macroscopic deformation gradient F (and not by the average field
F(Q) in the inclusion phase), at least up to the onset of the first instability. On the other hand, for
composite elastomers with random microstructures, the situation is less clear. Indeed, the author

is not aware of any rigorous result regarding the evolution of the distribution of the underlying
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inclusions in elastomers with this type of microgeometries. However, it has been suggested (Lopez-
Pamies and Ponte Castaneda, 2006a) that in this case the inclusions might also move—on the
average—with the macroscopic flow, as determined by F. Accordingly, for all microgeometries
studied in this work (periodic, as well as random), the evolution of the distribution of the inclusions
is taken to be controlled by the macroscopic deformation gradient F. In particular, this implies that

an inclusion centered at X¢ in the undeformed configuration will move according to: x¢ = F X¢.

Figure 2.3: Schematic representation of the evolution, from the undeformed to the deformed configuration,
of the microstructure in two-phase, “particulate” composites. Part (a) shows the evolution of a typical

inclusion (denoted by the color ellipsoid)—as determined by Fm—and of its random, ellipsoidal distribution
(denoted by the dashed ellipsoid)—as determined by F. Part (b) shows analogous results for the periodic
distribution.

At this stage, it proves useful to illustrate the above-stated results pictorially. Fig. 2.3 shows a
schematic representation of a typical inclusion and of its distribution with the various microstruc-
tural variables, before and after deformation. Part (a) illustrates the random microstructure, and
part (b), the periodic one. (Note that, for clarity, the periodic microstructure has been depicted as
a simple cubic distribution; however, it is emphasized that use could have been made of any other
periodic distribution.) Fig. 2.3(a) depicts how a typical, initially ellipsoidal inclusion deforms into
another ellipsoid, with current aspect ratios w1 = z1/23, wa = 22/23, and with current orientation

(2)

characterized by the three Euler angles ¢1, @2, ¢3, as determined by F This figure also illus-

trates how the initially ellipsoidal distribution of inclusions in the undeformed configuration evolves
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to another ellipsoidal distribution—controlled by F—in the deformed configuration. Fig. 2.3(b)
shows analogous features for the periodic microstructure. Thus, similar to Fig. 2.3(a), Fig. 2.3(b)
shows the evolution of the initially ellipsoidal particle into another ellipsoid, as determined by f(z).
Moreover, this figure illustrates how the initially periodic cubic distribution of inclusions in the un-
deformed configuration evolves to a parallelepiped distribution—controlled by F—in the deformed
configuration.

We conclude this section by making an important connection between the microstructure evolu-

tion results discussed in this section, and the Hashin-Shtrikman (HS) estimates (2.55) used in the

context of the linear comparison composite (2.54) associated with the second-order estimate (2.62).

2.5.1 Range of validity of the HS-type second-order estimates

Recall from Section 2.4.2 that the Hashin-Shtrikman (HS) estimates (2.55) have been established to
be accurate for small to moderate volume fractions of inclusions, but that they become increasingly
inaccurate and ultimately meaningless near the percolation limit, when the interactions among the
inclusions become especially strong. By combining this fact together with the above discussion on
microstructure evolution, it is plain that the second-order estimates of the HS type (2.62) may not
be used once the relevant microstructural variables (which evolve along the loading path of choice)
reach values approaching the percolation limit.

For the random microgeometry, following Ponte Castaneda and Willis (1995), the HS-type
second-order estimates utilized in this work are taken to become unsound whenever the under-
lying inclusions penetrate the “security” distributional ellipsoids surrounding them. More precisely,
making contact with Fig. 2.3(a), the HS-type second-order estimates for two-phase, particulate,
composite elastomers with the random “ellipsoidal” microgeometry first become invalid whenever
the deformed ellipsoidal inclusion comes into contact with the surrounding “ellipsoid” serving to
characterize the distribution of the inclusions in the deformed configuration. In line with this defi-
nition of rigorous validity, it is important to note that the second-order estimates of the HS type for
the random microgeometry become invalid before percolation (i.e., before adjacent ellipsoids coming
into contact lead to a percolating network of inclusions) actually takes place, in general.

For the periodic microgeometry, similar to the random one, the HS-type second-order estimates
become unsound whenever the underlying inclusions penetrate the distributional shapes surrounding
them. For instance, making contact with Fig. 2.3(b), the HS-type second-order estimates for two-
phase, particulate, composite elastomers with the periodic cubic microgeometry first become invalid
whenever the deformed ellipsoidal inclusion comes into contact with the surrounding parallelepiped
serving to characterize the distribution of the inclusions in the deformed configuration. Again, it
should be noted that, consistently with the above definition of rigorous validity, the second-order
estimates of the HS type for the periodic microgeometry become invalid before percolation actually

takes place, in general.
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2.6 Macroscopic stability

As already stated in Section 2.1, a comprehensive analysis of the development of instabilities in the
type of composite elastomers under investigation in this work is exceedingly complicated, especially
for composite elastomers with random microstructures (see Appendix III for composites with periodic
microstructures). Nevertheless, following Geymonat et al. (1993), it is possible to identify the
onset of macroscopic instabilities (i.e., instabilities with wavelengths comparable to the size of the
specimen) with the loss of strong ellipticity of the homogenized constitutive relation for the composite
elastomer, which can be efficiently estimated by means of the second-order method developed in
Section 2.3. In this connection, we state next the conditions for strong ellipticity of the second-order
estimate (2.46) for W, Thus, a homogenized elastomeric composite characterized by the effective
stored-energy function W is said to be strongly elliptic if and only if its associated acoustic tensor

is positive definite, namely, if and only if

~ o~

Kymimy, = LijrN;Nimymy, > 0, (2.89)

for all m ® N # 0. Here, IA{Z;C = EijkleNl is the effective acoustic tensor and £ = 82/1/17/8?2 is the
effective incremental elastic modulus characterizing the overall incremental response of the material.
Note that when condition (2.89) is satisfied, the associated macroscopic equilibrium equations form
a system of strongly elliptic partial differential equations.

In connection with the condition (2.89), it should be remarked that, in general, c #+ L. That
is, the incremental elastic modulus associated with the effective stored-energy function W of the
elastomeric composite does not correspond exactly to the effective modulus of the auxiliary linear
comparison composite (LCC). This raises the possibility that the LCC may lose strong ellipticity
before the actual nonlinear composite. Given that the LCC is a fictitious material whose main role
is to allow the estimation of the effective behavior of the actual nonlinear composite, in this work,
we will insist on strong ellipticity of the incremental modulus Z',, and not on strong ellipticity of the
effective modulus L of the LCC. In passing, it is recalled that the condition of ellipticity requires
the acoustic tensor to be merely non-singular and not necessarily positive definite. Hence, strong
ellipticity implies ellipticity, but the converse is not true in general. However, the interest here is in
the determination of the loss of strong ellipticity of homogenized materials that are strictly convex,
and therefore strongly elliptic, for infinitesimal deformations. Then, elliptic regions containing the
point F = I, by continuity, will necessarily also be strongly elliptic. Thus, for the cases of interest
here, the elliptic and strongly elliptic regions coincide.

In general, the detection of loss of strong ellipticity requires a tedious, but straightforward,
scanning process (i.e., a numerical search of unit vectors N and m for which condition (2.89) ceases
to hold true). Incidentally, for certain particular cases, including when Wis objective and isotropic
(i.e., /W(Q/FQ) = W(F) for all F, and all proper, orthogonal, second-order tensors Q , Q), it
is possible to write necessary and sufficient conditions for the strong ellipticity of 1% exclusively
in terms of the material properties (i.e., in terms of the components of Z) The relevant specific
conditions will be spell out in the subsequent chapters as needed. For studies on sufficient and

necessary conditions for strong ellipticity see Knowles and Sternberg (1977), Hill (1979), Simpson
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and Spector (1983), Zee and Sternberg (1983), Silhavy (1999), and Dacorogna (2001).

2.7 Concluding remarks

In this chapter, we have developed a homogenization-based framework for estimating the macro-
scopic behavior of general elastomeric composites subjected to finite deformations. The main idea
behind the framework—which is based on an appropriate extension of the “second-order” homoge-
nization method developed by Ponte Castafieda (2002a) in the context of viscoplastic materials—is
the construction of suitable variational principles utilizing the concept of “linear comparison com-
posite” (LCC). Ultimately, this allows the conversion of available linear homogenization estimates
into analytical estimates for the large-deformation overall response of elastomeric composites. Moti-
vated by most applications of practical interest, special attention has been given to elastomers with
isotropic phases and “particulate” microstructures. For this class of materials, estimates have also
been derived for the evolution of suitably identified microstructural variables. In addition, the pro-
posed estimates for the overall behavior, which were enforced to satisfy overall objectivity, can also
be used to obtain estimates—in a rather efficient manner—for the onset of macroscopic instabilities,
through loss of ellipticity of the effective incremental moduli of the composite (Geymonat et al.,
1993).

In this chapter, specific results have been provided for non-dilute concentrations of aligned el-
lipsoidal particles of arbitrary shape and compliance dispersed randomly or periodically in an elas-
tomeric matrix with general isotropic, hyperelastic constitutive behavior. However, more general
micro-geometries could be easily considered, including multiple families of aligned inclusions, as well
as randomly oriented fibers, by exploiting more general versions of the Willis (Ponte Castanieda and
Willis, 1995) and Suquet (Suquet, 1990) estimates for the LCC.

The limiting cases of vacuous and ideally rigid inclusions, which are of particular practical im-
portance to model porous and reinforced rubbers, were also considered in detail, and it was found
that the resulting estimates simplified considerably. In particular, it was found that for the rigid
case, the deformation of the inclusions reduced to a pure rotation, as expected on physical grounds.
This is a remarkable result that bodes well for the power of the method: even though the homoge-
nization is carried out at the level of a linear (comparison) composite, the method has the capability
of accounting for the nonlinear kinematics involved in the actual behavior of the composite elas-
tomer. Another example of the strength of the method developed in this work will be discussed in
subsequent chapters, where estimates will be obtained for rigidly reinforced and porous elastomers
with incompressible matrix phases. For the case of rigidly reinforced elastomers, the incompressibil-
ity of both phases, which translates into a kinematical constraint on the determinant of the local
deformation, dictates overall incompressibility for the composite. Thus, it will be seen in Chapters
6—7 that the method is indeed able to recover overall incompressibility for the composite (at least
for the particular cases considered), in spite of the strong nonlinearity associated with the local
incompressibility constraint for the phases. For the case of porous elastomers, the incompressibility

of the matrix phase dictates the evolution of the porosity. As it will be seen in Chapters 3—5, the
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method is also able to recover (exactly in 2D and approximately in 3D) the evolution of porosity.
Furthermore, in the sequel, it will also be seen that the method is able to predict macroscopic in-
stabilities of the shear/compaction-band type for elastomeric composites, even when the behavior
of the constituent phases is itself strongly elliptic, and therefore excludes such types of instabilities
at the local level.

Finally, it should be emphasized that the method proposed here for composite elastomers is
still not fully optimized. In particular, it is not yet clear what the best choice is for the reference
deformation variables F(")| nor it is yet known what the optimal form is for the modulus tensors L(")
of the LCC. But, as it will be demonstrated in the chapters that follow, even at its current stage of
development, the method is already capable of providing physically meaningful estimates for a large
class of composite elastomers in the finite-deformation regime. To the best of the author’s knowledge,
there are no other analytical methods available in the literature with comparable capabilities in terms

of accuracy and generality.
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2.8 Appendix I. Overall objectivity of W

In this appendix we show that the stored-energy function W, as defined by

W(F): miIL <W(X,F = min Z W(T) )> )’
Fek(F) FeK(F) i

with the kinematically admissible set I given by:
K(F) = {F |3 x = x(X) with F = Grad x in g, x = FX on dQq},
and objective local phases:
Wr(QF) =W (F) ¥V Qe Orth™,

is objective. In this last expression, Orth™ denotes the proper orthogonal group.
First, let us consider the slightly different problem
N

W@QF) = min_ Y ) (WO(E)O,

FckK(QF) —1

with

K(QF) = {F |3 x = x(X) with F = Gradx in Qp, x = QFX on 9},

(2.90)

(2.91)

(2.92)

(2.93)

(2.94)

where Q is an arbitrary, proper orthogonal, second-order tensor. Now, by introducing the following

change of variables:

x=Qx,
it follows that
ox  =ox —_,
F=ox=Qx =

In turn, by exploiting local objectivity, it follows that
WO(F) = W(QF) = W(F).

Finally, by making use of (2.95)—(2.97), the problem (2.93) can be rewritten as:

W@F) = i 3" o) (WOE)©,

F'ek(F) ‘=

with the kinematically admissible set K given by:

K(F) = {F’ |3 x' = x/(X) with F/ = Gradx" in Qy, x' = FX on 9{}.

It is then concluded that
WQF)=W(F) Vv QeOrth™.

(2.95)

(2.96)

(2.97)

(2.98)

(2.99)

(2.100)
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2.9 Appendix II. On the relation S = 8W/8F

In this appendix, we provide a proof for the relation
_ —— . OW
S=(S)=8(F) = —=
() = 8(F) = =

Here, it is recalled that S denotes the first Piola-Kirchhoff stress tensor in the hyperelastic composite,

(2.101)

F denotes the applied macroscopic deformation gradient tensor, and W stands for the effective
stored-energy function of the composite, as defined by expression (2.12) in the main body of the
text.

The proof is as follows (in component form).

w 1 W OF
ow _ L [ OW OFu,, (by the Chain Rule)
OF 0] Jo, OFk OF
1 2
L
|QO| Qo 8Fij8Xl
1 0
= — Skl ﬁ]\/ 1dS  (by the Divergence Theorem and Equilibrium)
190! Joq, OF
1
= — Si Xj N;dS  (from the Boundary Conditions)
190! Jaa,

1 0(Sa X;) .
= [ ———— 22 dV (bytheDivergence Theorem
0] Jo,  0X, (by 8 )

1
= 0] / S;; AV (from the Equilibrium Equations)
ol Jao

- sy (2102)

2.10 Appendix III. Microscopic and macroscopic instabilities

in periodic elastomers

In this appendix, following the work of Triantafyllidis and co-workers (see, e.g., Triantafyllidis and
Maker, 1985; Geymonat et al., 1993; Triantafyllidis et al., 2006; Michel, 2006), we recall the precise
definitions of microscopic and macroscopic instabilities in periodic, hyperelastic composites subjected
to finite deformations, and detail their connection.

Consider an elastomeric composite whose periodic, stress-free state is used as the undeformed
reference configuration. Without loss of generality, the solid can be thought as resulting by periodic
repetition along each coordinate direction of a fundamental building block Dy (with boundary dDy),
which is termed the unit cell. Without loss of generality Dg is assumed to be a parallelepiped of
dimension L; in the direction e;. Then, the distribution of the material is characterized by Dg-

periodic characteristic functions
X(T) (X1 , Xo ’Xd) = X(T) (X1 4+ kL1, Xo+ kolo , X3+ ksLsg ) , (2103)

where ki, ko, k3 are arbitrary integers, and L; , Lo, L3, the unit cell dimensions.
For hyperelastic composites with periodic microstructure, it is known (Braides, 1985; Miiller,

1987) that the computation of the effective stored-energy function W, as determined by relation
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(2.12) in the main body of the text, cannot be simplified further, as a consequence of the lack of
convexity of the local stored-energy function W. (Recall that, for a periodic medium, the computa-
tion of the effective stored-energy function W, as determined by relation (2.12), can be reduced to
a computation on the unit cell, provided that the local stored-energy function W be convex (Mar-
cellini, 1978).) However, as will be discussed in further detail below, it is still useful in this context
to define the one-cell effective energy function W# via the expression:

W4(F) = min {1 W(X,F + Vu’)dX} , (2.104)

weDy | | Dol Jp,

where by Dy is denoted the set of all Dy-periodic fluctuation functions u’ with | Do Vu'dX = 0.
Note that, since the macroscopic deformation gradient is given by F, the local fluctuation field is
given in terms of the deformation field by: u’ = x — FX. Attention is focused only on macroscopic
deformations F for which such a fluctuation field, denoted by u’f, exists and corresponds to a stable

equilibrium solution of the unit-cell deformation problem:

ow

5T (X,F + Vug)du; ;dX =0, (2.105)

Do 9Fi;

B, = min {/ a27‘/1/()( F + Vul)u) uj dX// w) ul dX} >0 (2.106)
Po ™ weDy " p, OF;0Fy A p, ’ '

where du is any arbitrary Dg-periodic fluctuation field. The first of the above equations indicates
that u’f is an extremum of the unit-cell energy W# (F), and the second that it corresponds to a local
minimum of this energy.

Although—Dby assumption—the material is at each point strongly elliptic, this property does not
usually hold for the homogenized solid. The search for the macroscopic deformations F for which the
homogenized solid characterized by W# (F) loses its strict rank-one convexity is addressed next. To
this end, one needs to investigate the one-cell homogenized moduli tensor 2# (F), which is defined
by

o Wy = 1 =
Ly (F) aFa%(F)’ W#(F):W A W (X, F + Vul)dX. (2.107)

When an explicit expression for /W# exists, the homogenized moduli are calculated by taking the
second derivative with respect to F of /VV# given in (2.107). For the case of regular microgeometries
where the unit-cell problem — as defined in (2.105) — is solved numerically using an F.E.M. tech-
nique, a different calculation strategy, which is based on the interchange between the homogenization
and linearization steps, is employed.

Thus, for a solid with a linearized response characterized by its tangent moduli £(X), where £
is a Do-periodic function of X, the homogenized tangent modulus tensor £ is uniquely defined by:

H .
GijL;jGr = min

g . - /
i {507 [, Lom Gy i) (G + i, )X} (2.108)

where G is an arbitrary second-order tensor. A formal calculation based on (2.108) shows that the

components of the homogenized tangent moduli are given by:

1 pq TS
L= Dol /o Lijrt(X)(Gipdiq + X 4.7) (Okris + X 1 )dX, (2.109)
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where the characteristic functions g)(q € Dy are Dy-periodic fluctuations defined by:
bq
/ Eijkl(x) (5ip§jq + X iyj)éuk,ldX =0, (2110)
Do

for arbitrary variations du € Dg. A formal calculation of 2# based on (2.107), which makes use
of (2.105), shows that the above-defined linearization and homogenization operations commute, and
therefore,

Ly=rLH. (2.111)

It also follows that the characteristic functions pgcq (defined in (2.110)) involved in the determination

of LM are the F derivatives of the fluctuation functions u’F namely,

!
e _ 83? '
OF pq

(2.112)

By definition, the one-cell homogenized energy W\# (of course) requires minimization of the
energy over a single unit cell. However, it is possible that, by minimizing the energy over larger
domains containing several unit cells, a lower value can be found for the energy per volume of these
larger samples. The corresponding fluctuation fields are periodic over much larger (possibly infinite)
domains kD, where kD denotes a super-cell of dimensions k;L; in each direction. Hence, a fully
consistent definition (see Miller, 1987) of the homogenized energy W requires the consideration
of fluctuations u’ that are kDy-periodic. Thus, for a periodic hyperelastic medium, the general
expression (2.12) specializes to:

— 1 _

W(E) = if { min {35 /kDO W(X,F + Va')dX}} | (2.113)
From the definitions in (2.104) and (2.113), one can easily conclude that W(F) < W#(F) The
equality holds when the infimum is a minimum occurring at k = (1,1, 1), i.e., when the one-cell
minimizing fluctuation displacement u’F is also the minimizing fluctuation displacement for any
super-cell kDy.

For small strains (near F = I), one expects that W(F) = W (F), but as the macroscopic
strain increases, eventually, W(F) < W# (F). It is always possible to calculate, exactly, as well as
approximately, the one-cell homogenized energy W# (F) and the corresponding macroscopic moduli
Z# (F). However, it is practically impossible to calculate the correct homogenized energy WN/(F),
in view of the infinity of the required domain of its definition (kDg with | k| — o0). Therefore,
it is important to establish the region of macroscopic strain space where the one-cell homogenized
energy is the correct one (/VV# (F) = W(F)) To this end, and in an analogous way to (2.106), one
can define the coercivity constant 3(F) for the infinite domain (2 = R?):

B(F)= inf By, (F),
kens

2
ﬁkDO(F) = min { oW

———— (X, F + Vul)u, uj ,dX / u) ol dX}.
u’GkD# kb, aFijaFkl( F) 2J ksl / kDo ,J L3 }

(2.114)
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As shown by Geymonat et al. (1993), a necessary condition for W (F) = /W# (F) is that B(F) > 0.
Fortunately, unlike the computation of W(F), the determination of the coercivity constant 3(F)
requires only calculations on the unit cell Dy, as will be seen next. Thus, using the Bloch-wave
representation theorem (Bloch, 1928), it was proved by Geymonat et al. (1993) that the eigenmode

v corresponding to S(F) can always be put in the form:

v(X) =u'(X) exp (iwpX;), u € Dy ;

w = (wl,wg,wg) , 0<wi Li,wy Lo,ws L3 <27, (2.115)
and hence that the coercivity constant 3(F) is determined from:

B(F) = igf{ min { il

7 (X,F + Vul)u! up,dX * oy dX)) 2.116
u'ED# Do anjaFkl( * UF)’U’L’jvk,l //;0 ’UZJU 7 }} ( )

with v given by (2.115). Here, v* is the complex conjugate of the field v. Of particular interest here
is Bo(F), the long-wavelength limit (w — 0) of the above expression (2.116), defined as:

= o . *W = " "
Go(F) = h&’n—{%f{ugel%l#{/,jo m(X,F + Vug)v; ok 1dX/ /DO vi i jdX (2.117)

which, as will be subsequently discussed, when it vanishes, signals the loss of strict rank-one convexity
of the one-cell homogenized stored energy ﬁ/\# (F).

The use of liminfyy_,o in the above expression merits further explanation. As seen from (2.115)
two different types of eigenmodes exist in the neighborhood of w = 0; the strictly Dy-periodic ones,
for which w = 0, and the long-wavelength modes, for which w — 0. Depending on the case, the
lowest value of the integral can occur for long wavelength modes, in which case the limit w — 0
is a singular one depending on the ratio of the w components, thus justifying the notation used in
(2.117).

Finally, and in analogy with the effective coercivity constant defined in (2.22), a macroscopic

one-cell coercivity constant E# is defined by:

~

B#(F) = HeranllI\lIHfl{mZN]E# ijkl(F)mkNl} . (2.118)

With the definition of the three coercivity (also, and equivalently, termed “stability constants”),
E# (F), Bo(F) and B(F), for the macroscopic loading F, the stage has been set for discussing the
stability of the porous solid at that load level. It follows from the definitions of these three coercivity

constants (see Geymonat et al., 1993) that the following relation holds for arbitrary vectors m and
N:

miN; L sj1a (F)miNi = Bo(F)[m|*[N|* > B(F)[m|*|N|* = By(F) > o(F) > 5(F) .
(2.119)
More specifically, the above relations indicate that when the one-cell based homogenized energy is
the correct one (i.e., B(F) > 0 in which case W(F) = /V[7# (F)), the homogenized energy function

is strictly rank-one convex. Moreover, microscopic stability (8(F) > 0, which means from (2.117),

that the solid is stable to bounded perturbations of arbitrary wavelength w) implies macroscopic
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stability (ﬁ# (F) > 0, which means that the corresponding one-cell based homogenized moduli Z#
are also strongly elliptic).

Finding the domain in macroscopic strain (F) space for which the material is locally stable, i.e.,
B(F) > 0, although feasible thanks to (2.116), requires tedious and time consuming calculations since
one has to scan using a fine grid the (0,27) x (0,27) x (0, 27) domain in Fourier (w) space. On the
other hand, finding the larger domain in the same macroscopic strain (F) space for which the one-cell
homogenized solid W#(f) is macroscopically stable, i.e., E#(F) > 0, is a rather straightforward
calculation since it only requires the determination of the homogenized moduli Z#(F) at each
macroscopic deformation F.

An interesting observation about the loss of macroscopic stability is in order at this stage. It
has been shown by Geymonat et al. (1993) that E# (F) and f(F) always vanish simultaneously,
i.e., if Bo(F) = 0, then it implies that E#(F) = 0. This means from (2.119) that the onset of a
long-wavelength instability (w — 0 — the wavelength of the eigenmode is much larger compared to
the cell size) is always detectable as a loss of strong ellipticity of the homogenized moduli. Therefore,
the following remark can be made about the first (in a monotonic loading process) loss of microscopic
stability (8(F.) = 0) in a microstructured elastic solid at some critical macroscopic deformation F.:
if Bo(F.) = B(F.), the wavelength of the first instability encountered is much larger than the unit
cell size and hence the instability can be macroscopically detected as a loss of strong ellipticity of
the homogenized moduli £ since By (F.) = 0. For the case when 8y(F.) > 3(F.) = 0, the first
instability encountered in the loading process has a finite wavelength, and from that point on the
one-cell homogenization is no longer adequate and W# cannot provide any useful information about
the solid. Henceforth a tedious numerical process that follows the bifurcated equilibrium solutions

is required to determine the response of the solid under the macroscopic strains in the neighborhood
of F. and beyond.

2.11 Appendix IV. On the limit of LasF —1

In this appendix, we show that—in the context of two-phase, particulate composites consisting of el-
lipsoidal particles distributed (randomly with ellipsoidal symmetry or periodically) in an elastomeric
phase—the expression (2.55) for the effective modulus tensor L of the LCC auxiliary problem, re-

peated here for convenience:

L=1Y+¢[(1-c)P— (AL, (2.120)
reduces to the classical result—with major and minor symmetries—in the limit of small deformations
(i.e., in the limit as F — I).

First, recall from Section 2.4 that the modulus tensors L(Y) and L(® (and therefore the mi-
crostructural tensor P, as defined by (2.56) and (2.59)) are ultimately functions of the macroscopic

deformation gradient tensor F. In particular, in the limit as F — I, these tensors are of the form:

L) = LY 4+ €L + o(e?) (2.121)
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(r=1,2) and

P =Py +ePy + o(c?), (2.122)
where € = ||F — I is a small parameter. The leading—order terms in expressions (2.121) have both,
major (i.e., L(():;kl = L(()?h]) and minor (i.e., L(():;kl = Lé;)ikl = L(():;.lk) symmetries. On the other

hand, the leading—order term in expression (2.122) for the expansion of the microstructural tensor
P—as determined by (2.56) and (2.59)—has major, but not minor symmetry.
Next, recall that the inverse operation in expression (2.120) is defined by

Agjmn AL = A7

mnkl — “Yijmn

Amnkt = Lijkl = 0ik0j1 ; (AAT'=A"TA=1T), (2.123)

where A is an arbitrary fourth-order tensor and A~! denotes its inverse. (For convenience, the
symbol Z has been introduced in (2.123) to denote the identity operator in the space of fourth-order
tensors.)

Having spelled out the asymptotic behavior of LY, L(?) and P, as well as having recalled the
precise definition of the inverse operation, we turn next to compute the limit of (2.120) for L as
F — L. To this end, we first consider the term (AL)~!, needed in the computation of (2.120).
In this regard, it is important to recognize that—because L(()T) does have minor symmetries—the
leading-order term of AL: ALy = Lél) — L(()Q) is singular in the sense of (2.123) (i.e., there is no
fourth-order tensor (ALg)~! such that ALg (ALg)™! = (ALg)"*ALy = Z). To better understand
“how singular” ALy is, it proves useful to compute its null space; that is, the set of second-order

tensors that ALy maps to the zero (second-order) tensor:

null ALy = {G | AL,G = 0}. (2.124)
Thus, by solving
ALyG =0 (2.125)
for G it is seen that
null ALy = span{W;, Wa, W3}, (2.126)

where {W1, Wy, W3} denotes an orthogonal basis for the set of skew-symmetric second-order ten-
sors. To be precise, W; + W =0 (i = 1,2,3) and W, - W, = 0 (i # j). Now, by making use of
(2.126), together with the definition of inverse (2.123), we have that in the limit as F — I:

(AL)™' = e 'AM, + AMj + o(e), (2.127)
where s
1
AM, =) ————— W, W,. 2.12
; W, ALW, % (2.128)

Further, AM, and AMj satisfy the following conditions:
AL(AM, = AM,ALy = 0 (2.129)

and
ALyAMy + AL;AM, = AMyALy + AM AL, =ZT. (2.130)
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In these last expressions, AL; = Lgl) — Lg2) has been introduced to denote the second-order term
in the expansion of AL in the limit as F — I.

Having specified the expansion of (AL) ™!, we next consider the expansion of the term [(1 — ¢o)P—
(AL)’l] 71, also needed in the computation of (2.120). Thus, by making use of the preceding de-

velopment, it follows that in the limit as F — I:
[(1—co)P = (AL)'] ™" = [ 'AM, + (1 —¢))Po — AMj +o(e)] '
= Np+eNj +o(€?), (2.131)
where Ny and N7 satisfy the following relations:
AM.N, = NgAM, = 0 (2.132)
and
((1 = ¢o)Pg — AMp) Ng — AMN; = Ny ((1 — ¢o)Pop — AMy) — N;AM, =T. (2.133)

Note that equation (2.132) simply states that N must be a fourth-order tensor with major and
minor symmetries. The complete determination of Ny requires some more work. Thus, by right
multiplying relation (2.133) with ALg, noticing from (2.130) that AMy ALy = Z — AM, ALy, and

making use of (2.132), can be shown to lead to the following equation for Ny:
(1 - Co)N()P()ALO - NO = ALO (2134)

At this point, it is useful to exploit the fact that Ny and ALy have major and minor symmetries,

so that relation (2.134) can be rewritten as:
NO [(1 — Co)ngmALo — Isym] = AL(), (2135)

where Py is the symmetric part of Py:

; 1
P&% =1 (Poijrt + Pojirt + Poijuk + Pojik) (2.136)
and Z°Y™ is the identity operator in the space of fourth-order tensors with minor symmetries:

sym 1
T = 5 (Gudj + d5x0a) (2.137)

Equation (2.135) can now be readily solved for Ny to render:
1V
No = |(1 —co)P!" — (ALg) ™" : (2.138)
Here, the symbol “—1°¥™” denotes the inverse operation in the space of fourth-order tensors with

minor symmetries:

BijmnB_lsym _ B-_lsymB _ Isym. (BB_lsym _ B_lsymB _ l-sym)7 (2139)

mnkl ijmn mnkl ijkl

where B is an arbitrary fourth-order tensor with minor symmetries (i.e., B;jki = Bjiki = Bijik)-
Finally, by making use of the above results, it is easy to see that in the limit as F — I:
- . _1sym
L=L" +e [(1 — )P — (ALg) 1" } +o(e), (2.140)
which is precisely the classical result in the context of linear elasticity where the effective modulus

tensor L has both, major and minor symmetries.



2. Theory 49

2.12 Appendix V. Earlier versions of the second-order ho-

mogenization method

In this appendix, we provide a brief outline of earlier versions of the second-order method. For
more general treatments see Ponte Castaneda (1996), Ponte Castaieda and Willis (1999), Ponte
Castafleda and Tiberio (2000), Lopez-Pamies and Ponte Castaneda (2003), and Lopez-Pamies and
Ponte Castaneda (2004a). Recall that this last reference has been included as Appendix A at the

end of this thesis for completeness.

2.12.1 Tangent second-order estimates

As stated in Section 2.3 in the main body of the text, relations (2.33) and (2.34) can be combined
to approximate the local stored-energy functions of the phases of the hyperelastic composite. To be
precise,

WO (F) ~ W(F) + VO FE L), (2.141)

By making use of (2.141), the effective stored-energy function (2.28) of the nonlinear composite may
be correspondingly approximated as
N

W(F) ~ Wr(F;FO LE) 43 vOFE®) L), (2.142)

r=1
where WT, which denotes the effective stored-energy function associated with the linear comparison
composite (LCC) defined by relations (2.32) and (2.33), is given by expression (2.38) in the main
body of the text.

Note that the approximation (2.142) is valid for any reference deformation gradients F(") and
modulus tensors L), which suggests its optimization with respect to these variables. In fact, the
solution of this optimization problem for the variables F(") and L(") in the estimate (2.142) for W
depends on the solution of the stationary problems (2.34) defining the “corrector” functions 17420
In this regard, it is recalled from Section 2.3 that the stationarity with respect to the variables )
in (2.34) leads to the conditions:

SM(FM) = SO(FM) = L) (B — (), (2.143)

which can be trivially satisfied by letting F(") tend to F("). Note that this choice makes the corrector
functions V(") vanish identically. In this connection, optimality of the reference deformations F(")

in (2.142) leads to the prescriptions:

FO —F" = ;) (2.144)

(r

where, for convenience, it has been recalled that F ) denotes the average deformation gradient

field over phase 7 in the LCC. As shown by Ponte Castafieda and Tiberio (2000), under the above

conditions, the general estimate (2.142) leads to the following tangent second-order estimate:

N

— . —(r 1 .y = = =

WE) =Y e [W OEFE)+58OE) F-F)|. (2.145)
r=1
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A key disadvantage of the estimate (2.145) is that by setting F() = F ("), the optimality conditions

for the moduli L(") in expression (2.142), which for this case specialize to:
(F—F") @ (F-F")" =, (2.146)

where it is recalled that F = F(X) is the solution of the LCC problem (2.38), cannot be satisfied
in general (Ponte Castaneda and Willis, 1999). Parenthetically, it is interesting to remark that
condition (2.146) is actually ezact for laminate microstructures. For this reason, as it will be shown
more explicitly in Chapter 6, the tangent second-order estimate (2.145) is able to recover the exact
effective stored-energy function for hyperelastic laminates (with constant deformation gradients in

the phases). Thus, instead of insisting on (2.146), the physically motivated prescription:

. WO
L0 = cOF") = aa]?;)F F"), (2.147)

which is entirely consistent with the limit F" - FO) i (2.143), is imposed to close the problem.

Tt is important to remark here that while the resulting tangent second-order estimate (2.145) cer-
tainly has some desirable properties, such as the ability to account for the stiffness, concentration,
and distribution of the given phases in a hyperplastic composite, it also has some shortcomings.
Thus, for example, the tangent second-order estimate (2.145) is able to recover only approximately
the overall incompressibility constraint associated with rigidly reinforced elastomers with an incom-
pressible matrix phase (typical of rubbers) (see, e.g., Ponte Castaneda and Tiberio, 2000; Lahellec
et al., 2004). Furthermore, for porous elastomers with incompressible matrix phases, the estimate
(2.145) fails to recover the exact evolution of the porosity (see Lopez-Pamies and Ponte Castaneda,
2004b and Chapter 3). The new second-order estimates derived in Section 2.3 will be shown—in the
subsequent chapters—to circumvent such shortcomings.

2.12.2 Second-order estimates with fluctuations: F(") = F(r)

As already discussed in Section 2.3 in the text, the general second-order estimate (2.46) is valid for
any choice of the reference deformation F("). Lopez-Pamies and Ponte Castafeda (2004a) originally
proposed to set

FO = F" — (7)), (2.148)

This prescription has the advantage that it makes stationary (with respect to F(")) the stored energy
Wr, given by expression (2.38), of the LCC. Making use of (2.148) in (2.46) leads to the following

second-order estimate:

N

WE) =3 [W“)(F(”) —SOFE) . (#0) — F(”)] . (2.149)
r=1

The estimate (2.149) has been found to be superior to the earlier tangent second-order estimate

(2.145). In particular, in the context of (2D) reinforced elastomers, it has been shown by Lopez-

Pamies and Ponte Castafieda® (2004a) that (2.149), unlike (2.145), does recover the exact incom-

pressibility constraint in the limit as the composite becomes incompressible. In spite of the improve-

ment over earlier estimates, (2.149) has been shown to lead to inconsistencies for certain limiting

9Recall that this article has been included as Appendix A at the end of this thesis.
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cases. For instance, when applied to (2D) porous elastomers with incompressible matrix phases, the
second-order estimate (2.149) ceases to be well defined for hydrostatic loading (unpublished work).
More specifically, in this case, the computation of (2.149) reduces to solving a system of two distinct

equations for only one unknown, which is, of course, ill posed.

2.13 Appendix VI. The tensor P for cylindrical fibers and

laminates

This Appendix deals with the computation of the tensor P, defined by expression (2.56), in the limit
as the ellipsoidal inclusions, as characterized by the tensor Z, tend to cylindrical fibers and layers.

To obtain cylindrical fibers we set, without loss of generality, Zy = diag(1/2{,1/23,¢) in the
general expression (2.56) and take the limit e — 0. Here, ¢ = 1/2{, where 2 denotes the length
of the principal semi-axis of the ellipsoidal inclusion in the ez direction, so that ¢ — 0 corresponds
to the inclusion becoming infinitely long in that direction. Thus, writing the components of (2.56),

with respect to the principal axes of the ellipsoidal inclusion, in polar cylindrical coordinates:

&1 =V1—22cosf, & =+/1—22sinf, & =z, (2.150)

leads to
0.—1 p2n H..
Pljkl 21226 / / ijl (51) 52753) 3/2 dZ da. (2.151)
[(1—22) ((29)2 cos? 0 + (29)2 sin® ) + =2 22]
By changing variables to
J =" (2.152)
€

we can rewrite the integral (2.151) as

21 pl/e o
Pijui = le? / / ikt (1, €2, €2) — 37 47 do. (2.153)
1/e [(1— €22'2) ((29)? cos? 6 + (29)2 sin? ) + z'2]

Carrying out now the limit € — 0 in (2.153) leads to

2m
Hi' ) 82y
’L]kl Zl 22 / / Jkl(€1 52 0) 7 dZ/ d97 (2154)
)2 cos? 0 + (29)2 sin® 0 + /2]

which upon integrating in 7z’ yields finally

0 27
29 Hijkl(£1v§23 O)
P = a6. 2.155

I 970 /0 cos? 0 + (29/29)2 sin? 0 ( )

Note that the integral in (2.155) is nothing more than an integral over the unit circle, so that it can
be rewritten more generally as expression (2.57) in the main body of the text.

To generate layers, we start out from (2.155) and take the limit as the length 29 of the principal
semi-axis of the cylindrical fibers in the ey direction tends to infinity. (Note that taking the limit

29 — oo would lead exactly to the same final result, but with the lamination direction parallel to
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the ey direction as opposed to the e;.) In this case, it proves more convenient to use Cartesian

coordinates. Thus, rewriting (2.155) in Cartesian coordinates:

E=y1—-92 if 0<0<7/2 and 37/2<0<2r
61: ) 52:%

& =—y/1—-y? it 7/2<0<3n/2

can be shown to lead to

P = Z?ZS/ szkl 51 ,52, 0) + Hijri (&1 ,62,0) 1 dy
! 2m Q-9+ (28)%%* /142
. Z122 / Hzgkl 51 ; 52, 0) + Hiji(§ ,—62,0) 1 dy
21 47) + ()% —
By defining A = 1/29 and changing variables to
Y
y/ = Ea
the integrals (2.157) can be rewritten as follows
Py = 27 YA Hij(§, Ay, 0) + Hijm(=€, Ay, 0) 1 dy’
Y 2m Jo (27)%(1 = A%y'2) 442 V1= AZy?

21 t/a szkl(fh -Ay/, 0)+Hwkl( £1,—Ay',0) 1

d/
2r Jo ( ) (1—A2 '2)+y’2 /717A2y’2 Yy,

where £ = /1 — A2¢y/2. Carrying out now the limit A — 0 in (2.159) leads to

dy’.

Zl H”kl 1 0, O) +H1jkl( 1,0,0)
z]kl ) +y/2

which upon integrating in 3’ finally renders

Pijii = Hij11(1,0,0).

(2.156)

(2.157)

(2.158)

(2.159)

(2.160)

(2.161)

Thus, in the limit as the ellipsoidal inclusions become layers, the microstructural tensor P simply

reduces to H(IN), where N denotes the direction of lamination in the undeformed configuration.
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Chapter 3

Porous elastomers: cylindrical voids,

random microstructure

In the preceding chapter, we developed a homogenization framework for determining the overall
behavior, the evolution of the underlying microstructure, and the onset of macroscopic instabilities
in hyperelastic composites subjected to finite deformations, with special interest in two-phase, par-
ticulate microstructures. In the present and subsequent chapters, we make use of this framework to
study the behavior of specific material systems.

This is the first of two chapters dealing with the overall behavior of porous elastomers consisting
of aligned cylindrical voids in an isotropic elastomeric matrix phase subjected to plane-strain load-
ing conditions. This application proves general enough to contain all the essential features of the
problem, including the subtle interplay between the evolution of the underlying microstructure and
the effective behavior and stability of porous elastomers. At the same time, this application is simple
enough to allow for a transparent mathematical analysis—to the extent that it leads to analytical
solutions. In particular, explicit results are provided for the case when the cylindrical voids are dis-
tributed randomly and isotropically in the plane of deformation and the isotropic elastomeric matrix
is taken to be incompressible and strongly elliptic. In spite of the strong ellipticity of the matrix
phase, the homogenized second-order estimates for the overall behavior of the porous elastomer are
found to lose strong ellipticity at sufficiently large compressive deformations corresponding to the
possible development of shear-band type instabilities. The reasons for this result are linked to the
evolution of the microstructure, which, under appropriate loading conditions, can induce geometric

softening leading to overall loss of strong ellipticity.

3.1 Plane-strain loading of transversely isotropic, random

porous elastomers

In this chapter, as already stated above, we study the problem of plane-strain loading of porous
elastomers, with initial porosity fy, consisting of cylindrical voids with initially circular cross-section,
and aligned in the ez direction. In addition, the in-plane distribution of the pores is random and

isotropic (see Fig. 3.1).
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Figure 3.1: Reference configuration depiction of the random, isotropic arrangement of circular voids.

Following Section 2.1.3, the elastomeric matrix phase is taken to be characterized by the (2D)

isotropic stored-energy function:
WO(F) = W(F) = ®(\s, de) = g(1) + h(J) + —H(] = 17, (3.1)

where the superscript “(1),” denoting matrix phase quantities, has been dropped for ease of notation,
and it is recalled that g and h are material functions of their arguments: I = A3 + A3 and J = A\j \s.
Furthermore, x denotes the two-dimensional bulk modulus of the material at zero strain, while u
denotes the corresponding shear modulus. A relatively simple model of the general type (3.1), which

captures the limiting chain extensibility of elastomers, is the Gent model (Gent, 1996):

-2 -
W(F):—%ln [1—J] —uan+<'€2“—f) (J -1, (3.2)
m m

where the parameter J,, is the limiting value for I — 2 at which the material locks up. Note that

(3.2) reduces to the compressible Neo-Hookean material:

W (F) =

RS

(1—2)—M1nJ+%(J—1)2, (3.3)

upon taking the limit J,, — oco. It is important to recall here from Section 2.1.3 that most stored-
energy functions of the form (3.1) describe best the actual behavior of elastomers when “calibrated”
to be strongly elliptic. For example, the compressible Gent material, characterized by the stored-
energy function (3.2), is strongly elliptic under plane-strain deformations if (but not only if) x> 0,
Jm >0, and & > 2u/J,, + p. Note that for a Neo-Hookean elastomer, these sufficient conditions
simplify to 4 > 0 and « > p. In fact, for realistic elastomers, p > 0, J,, > 0, and & is several
orders of magnitude larger than y, namely, x/u ~ 10%. Consequently, the Gent elastomers utilized
in this work to model the matrix behavior of the porous elastomers will be assumed to be strongly
elliptic for all deformations. As a parenthetical remark, it is worth mentioning that having strict
convexity in the linearized region, ¢.e., 4 > 0 and x > 0 in the limit Ay — 1 and Ay — 1, does not

ensure strong ellipticity of a Gent material for all deformations. The analysis to be developed below
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will be carried out for general stored-energy functions of the form (3.1). However, for definiteness,
results will be illustrated for porous elastomers with matrix phase characterized by the stored-energy
functions (3.2) and (3.3).

By virtue of the overall objectivity and in-plane isotropy of the porous elastomers at hand, it
suffices to confine attention to (in-plane) diagonal pure stretch loadings. Thus, making contact with
the decompositions F = RU and U = QﬁQT used in the context of expression (2.66), we will
consider:

F =D =diag(A;,\2) and R=Q=1, (3.4)

where \; and Ay denote the principal stretches of the macroscopic right stretch tensor U.
Having specified the initial microstructure, local constitutive behavior, and loading conditions,
we next spell out the specialization of the second-order estimates (2.69) to the class of porous

elastomers of interest in this chapter.

3.1.1 Second-order homogenization estimates
Compressible matrix

In order to carry out the computation for the HS-type second-order estimates (2.69) for porous
elastomers with matrix phase (3.1) under plane strain conditions, it suffices to confine the analysis
to in-plane quantities. Thus, it suffices to consider the in-plane components of the modulus tensor
L") = L of the matrix phase of the LCC, defined by expression (2.66). Making use of the applied
conditions (3.4)9, it follows from (2.66) that L = L*, where it is recalled that L* is taken to be
orthotropic. Therefore, the relevant in-plane components of the modulus tensor L of the matrix

phase of the linear comparison composite can be expediently represented as a matrix in R*4** as

follows:
L Liio 0 0
Li1ga Loy 0 0 7 (3.5)
0 0 Lis1s Lis
0 0 LYoo L3io
where use has been made of major symmetry (i.e., Lijii = Ly;) and it is emphasized that L

possesses 6 independent components, namely, L;11, Li122, L3299, Lisia, Lige;, and L3,4,. For
simplicity, guided by the fact that the tensor FO has at most 4 independent components (Fl(ll),
Fz(zl), f?’l(;), FQ(P), it is expedient to reduce the number of independent components of (3.5) to just 4,
with respect to which E(Y) = E will be differentiated in (2.72) to generate 4 consistent equations for

the components of FO. Thus, the following constraints are imposed among the components of L:

L3101 = Ligye, and  Liyy = \/(LTIH — Lis19) (L3990 — Lia12) — Li1aa- (3.6)

The motivation for the choices (3.6) is twofold: (i) the components of the tangent modulus of a

Neo-Hookean material, expressed relative to the corresponding Lagrangian principal axes, satisfy!

Mn fact, (3.6)1 is consistent with the tangent modulus of any isotropic hyperelastic material of the form (3.1).
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(3.6); and (ii) the conditions (3.6) simplify significantly the computations involved. In particular,
they simplify the expressions for the microstructural tensor P (see Appendix I).
Now, using the facts that ' = D = diag(A;, \2) and L = L*, it follows from (2.70) that the

average deformation gradient in the matrix phase of the LCC, needed in the computation of the

second-order estimate (2.69) for W, is of the form 7Y = diag(xgl) , X;l)

stretches Xgl) and Xél)

), where the average principal

in the matrix phase are given explicitly by:

(D

AL =AM — foAun 20,0 + (hy + (k= p)(J — 1)) Ao
—fo Ar122 [2G: 2 + (hy + (5 — p)(J — 1)) M|,
X;U = X2 — fo A2z [2g: M + (hy + (5 — p)(J — 1)) Aq]
—fo A2222 [2g: A2 + (hy + (5 — p)(J = 1)) \] . (3.7)

In these expressions, g; = g7(I), hy = h;(J) have been introduced for convenience, and A = E~!
where it is recalled from Eq. (2.71) in Section 2.4.4 that E = P~! — (1 — fo)L. The explicit
expressions for the relevant components of the microstructural tensor P are given in Appendix I.
Having determined F(l), we proceed next to compute the variable F(l), also needed in the
computation of W. Thus, with the choice (3.6) for the components (3.5) of L = L*, and making use
of the identifications ¢7 = Li11;, €5 = Ligo, 5 = Lig1o, and £ = Li19e, Eq. (2.72) can be seen to

reduce to 4 consistent equations for the 4 in-plane components of f‘(l), which are of the form:

. —\2 A1) A
(1(11)—/\1> +2f1F1(;)F2(P = ki,
R _\2 (1) A
(£ = %) +2RPREY = &,
(1)) 2 (1)) 2 A1) (1
(F1(2)> +(F2(1)> +2f3F1(2)F2(1) = ks,
(PO -3%) (9 - %) - VD = (53)
Here, f1 = OLi991/0L3111, fo = OLi931 /05299, f3 = 0Lj93;/0L}9;5, and
1 /= = E  /— =)
kj=—(D-F'). —/—— (D-F
! f0< ) 8L’1‘111( )
1 — = oE /— —)
ky=—(D-F")- D-F '),
2 fo( ) d ;222( )
1 — = oE  /— —)
k3=—(D-F ). D-F
3 f0< ) 8L;212( )
1 /— = 0E /— —
ks=—(D-F . D-F ) 3.9
4 2f0( )a’;m( ) (3.9)

Although nonlinear, equations (3.8) can be solved in closed form to yield two distinct solutions for
13'1(11 ) and F2(21 ). in terms of which £ 1(21) and F2(11 ) may be determined. Note, however, that the variables
F1(21) and FQ(IU only enter the equations through the combinations F‘I(QI)FQ(P and (F1(21))2 + (FQ(P)Q,
and hence, only these combinations will be determined from (3.8). The two solutions for E 1(% ) and

F2(21) are as follows:

2f1ks + k1 -

(1) 2f1ka + ky
2 ’ F22
\/4f1k2 +4fiks + ky

*XQZZE )
\/4f12k2+4f1k4+k1

PP =X =+

(3.10)




3. Porous elastomers: cylindrical voids, random microstructure 57

where it must be emphasized that the positive (and negative) signs in the roots for F’l(ll) and ]3'2(21)

go together. The corresponding solution for the remaining combinations are given by:
£(1) (1 A1) v oyp) Y AW\, (a2 £(1) (1
F1(2)F2(1) = (F1(1) _/\1)(F2(2) = A2) — ku, (Fl(Q)) + (F2(1)) = k3—2f3F1(2)F2(1)- (3.11)

Next, each of the two distinct roots of (3.10) can be substituted into the generalized secant
condition (2.65) to obtain a system of 4 equations for the 4 unknowns Lj;;;, L3595, Lij99, and
L7515, which must be solved numerically. Having computed the values of all the components of L
for a given initial porosity (fy), given material behavior (g, h, , and p), and given loading (A\; and

) and FO) can be readily determined using relations (3.7)

A2), the values of the components of 7
and (3.10), respectively. In turn, the second-order estimate (2.69) for the effective stored-energy
function W = ® for (in-plane) isotropic porous elastomers can be computed using these results. At
this point, it should be noted that the two above roots lead to very similar results for the effective
behavior of the porous elastomer when small values of k are considered (i.e., for k of the order of ).
However, for larger values of k, the estimates produced by the two distinct roots are very different.
In fact, as explained in more detail in the following subsection, it can be shown that for large values
of k only one of the two roots provides physically meaningful results. Consequently, this is the root
that should be chosen to compute the effective behavior of the porous elastomer.

We conclude this subsection by spelling out the evolution of the relevant microstructural vari-
ables associated with the second-order estimate (2.69) developed here. Following Section 2.5, the
appropriate microstructural variables in the present context are the current porosity, f, and the
current average aspect ratio of the pores, w—as determined by the average deformation gradient

_ (o1
in the porous phase F(Q), by means of the tensor Z = F(2)

(No reference is made here to the
evolution of the orientation and distribution of the pores since they can be readily computed from
the macroscopic deformation F). In short, within the present context, the current porosity and

current average aspect ratio of the voids in the deformed configuration are given, respectively, by:

7@+ (2
A A

f="22f and w=", (3.12)
)\1)\2 /\;2)

where X?) = —(1- fo)Xgl)) /fo and Xéz) =y —(1- fo)xgl)) / fo denote the principal stretches

associated with F(z), and it is recalled that the variables Xﬁl) and Xél) are given by expression (3.7).

Incompressible matrix

The above expressions can be simplified considerably in the limit of incompressibility of the matrix
phase (i.e., Kk — 00). As already stated, this limit is interesting from a practical perspective, given
that actual elastomers exhibit a nearly incompressible behavior (i.e., they usually exhibit a ratio
between the bulk and shear moduli of the order of 10*). In this regard, it is important to realize that
the asymptotic behavior of one of the two above roots leads to nonphysical predictions in the limit as
k becomes unbounded. More specifically, for deformations satisfying €; +€; < 0 only the “positive”
(4+) root provides physically reasonable predictions, whereas for deformations with &5 + e > 0,

only the “negative” (—) root has the physically plausible asymptotic behavior; here, the logarithmic
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strains &; = In()\;) and @ = In()\2) have been introduced for convenience. Taking this observation
into account, it can be shown that the second-order estimate (2.69) for the effective stored-energy

function of a porous elastomer with an incompressible isotropic matrix phase may be written as:
W(F) = 8 (A, %) = (1 fo) g0 V), (3.13)

where 1) = JO) (o, B,7), and «, 3,7 are the solution to three nonlinear algebraic equations, not
shown here for their bulkiness, which can be solved for in terms of the initial porosity fo, given
material behavior g, and given loading A\; and Xs. In general, it is not possible to solve these equations
in closed form. However, for the particular case of a porous elastomer with an incompressible Neo-

Hookean matrix phase, the general estimate (3.13) can be shown (see Appendix II) to reduce to:

(1= fo)u | pav* + p3v® + pov? + pro + po

(A, N,) = 2], (3.14)
2 (4202 + q1v + qo)°
where v is the solution of the quartic polynomial:
ravt + 1r30% + rov? + v+ 19 =0, (3.15)

Here, the coefficients po, p1,p2, P3; P4, G0s q15q2, 70, 71,72, 73 and 74, which depend on fo, u, A1 and
A2, are given in explicit form in Appendix III. Since the estimate (3.14) depends effectively on the
solution of the quartic polynomial equation (3.15), it may be written in closed form. However, for
all practical purposes, it is simpler to solve (3.15) numerically. In this regard, it is emphasized that
only one of the 4 roots? of (3.15) gives the correct linearized behavior for the effective response of
porous materials; this is indeed the root that should be chosen.

It is useful, for comparison purposes, to spell out the simplification of the second-order estimate

(3.14) for the case of in-plane hydrostatic loading, i.e., A\; = Ay = A. The result reads as follows:

BTN = 137’}0 (It fo) R+ fo—1— 20 fo(P 4 fo— 1) . (3.16)

For later use, it is noted that the average deformation field in the matrix phase associated with the
stored-energy function (3.16) is given by:

) ~I

[ § (3.17)
where
0 VAN Hfo-1) =X
N = = . (3.18)

Finally, it is emphasized that the result (3.18) holds true, not only for a porous elastomer with
incompressible Neo-Hookean matrix, but in fact for a porous elastomer with general incompressible

isotropic matrix phase.

3.1.2 Tangent second-order homogenization estimates

In this section, for comparison purposes, we make use of the tangent second-order method of Ponte

Castafnieda and Tiberio (2000) to generate estimates for the above-defined type of porous elastomers.

2The correct root linearizes as v = 2u + O(A; — 1) + O(X\a — 1).
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It should be remarked that tangent second-order estimates have already been computed for reinforced
elastomers by a number of authors (see, e.g., Ponte Castaneda and Tiberio, 2000 and Lahellec et

al., 2004), but no such results have been generated so far for porous elastomers.

Compressible matrix

Under the given plane-strain loading conditions and matrix material behavior (3.1), the tangent
second-order estimate (see Section 3.1 in Lopez-Pamies and Ponte Castaneda, 2004b) for the effective

stored-energy function W of the type of porous elastomers defined above can be written as follows:

— _ 1 .
W(E) =B, %2) = (1— fo) [WE) + ZSE) - (F-F)], (3.19)
=1 _ 5 _ 5
where the nontrivial components of the average deformation gradient F';;” = A; 7, F 22 =Xy (th

other in-plane components are identically zero) of the average deformation F( ) ; in the matrix phase
of the relevant linear comparison composite are the solution to the following system of nonlinear,

algebraic equations:

Jo (Xél) — A2) (L1122 Pr111 + Lasa Prios) +
(A§ ) — A1) [(Z1122Pr122 — 1)(1 + (fo — 1) L1122 Pris2)—
—(fo = 1)(Laz22 + L3192 Pi111 — La111Loooa Prin1) Pazoo +
+ Lin11 (P — (fo — 1) Lagaa Piigo)|
—fo (Pi111 — (fo — 1) La22a Piigg + (fo — 1) Laz2a Pii11 Pazaz) 8 -

—fo (Prioz + (fo = 1) Lu12aPPios — (fo — 1) Lir2a Prini Pagas) Sy =0,

fo (Xil) — A1)(L1122Poo2a + L1111 Pr122) +
()\;1) X2) [(Li122Priz2 — 1) (1 + (fo — 1) L1122 Pr122) —
—(fo = D)(L1111 + L3192 Pr2o2 — Laoaa L1111 Pazoa) Prina +
+ La222(Paooz — (fo — 1) L1111 Piigy)]
—fo (Paz22 — (fo — 1) L1111 Pfygs + (fo — 1) L1111 Pa2a2 Prinn) S —
—~fo (Pi122 + (fo = 1) L1122PRas — (fo = 1) Lai2s Passo Pran) Sfy) = 0.
(3.20)

In these equations, 31(-]1-) = 8W(F(1))/8Fij and L = 82W(F(1))/8Fij6Fkl, so that

S = 2N AR + (- (R 1) X

S = 2N+ RPN ¢ ) (O3 1) 3,
and

Liinn = 1)+4(/\ Y 275‘})4'(71511}4-%— )(Aél)) )

b = 4 )5+ (8 1) ()

Lij22 = h() (k— )"‘(4911 "‘h +2(’€— )))\gl))\g).
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_ _ _ _ 1 2
Here, use has been made of the notation g(") = ¢ (I(l)) and h(V) = h (J(l)), where T() = (/\il)) +

(1N 2 _ (1) _
()\él)> and J1) = )\(1 ))\;1) denote the principal invariants associated with F. Furthermore, the
explicit expressions for Pyi11, Pooso, and P10 are given—in terms of the in-plane components of

the modulus tensor L—by expression (3.36) in Appendix I.

Incompressible matrix

The limit when the matrix phase is made incompressible (i.e., kK — 00) in (3.19) is considered next.
Due to the cumbersomeness of the final expressions, the asymptotic analysis of the incompressible
limit involving the general stored-energy function (3.1) will not be included here. Instead, for
illustrative purposes, only the particular case of a Neo-Hookean matrix phase will be discussed. The
details of the relevant asymptotic analysis are given in Appendix IV, but the final expression for
the tangent second-order estimate for the effective stored-energy function of a porous elastomer with

incompressible Neo-Hookean matrix phase may be written as:

WIF) = ' (N, ) = MM [(w? = )M — Xa)+

2u
(1 + UQ) (XQUQ —2u —|—X1) ((1 + fO)UQ + (XQ — Xl)u -1 fo)
u(Xl — XQ'U/Q) '
(3.21)
In this expression, u is the solution of the equation:
5 _ - —2 =2

(AQ . 1) w2 (N + (fo — Dhe) v + ()\2 —/\1> u?

~2((fo— DA+ o) u+1—f2—Ar =0, (3.22)

which can be determined explicitly as a function of fo, i, A1, and Ay. Note that (3.22) is a quartic
polynomial equation and hence it may be solved in closed form. However, for practical purposes,
it proves helpful to solve (3.22) numerically. In this regard, it is emphasized that only one of the 4
roots? of (3.22) gives the correct linearized behavior for the effective response of porous materials;
this is indeed the root that should be chosen.

For the special case of in-plane hydrostatic loading, i.e., \; = Ao = A, the second-order estimate
(3.21) can be shown to further reduce to:

2

1-fo)(A-1)
fo+r—1

For later use, it is also noted that the average deformation field in the matrix phase associated with

TN, X) =2u (3.23)

the stored-energy function (3.23) is given by:
=1 (3.24)

Finally, it is noted that the result (3.24) holds true, not only for a porous elastomer with incom-
pressible Neo-Hookean matrix, but for a porous elastomer with a general incompressible isotropic

matrix phase.

3The correct root linearizes as u = 14+ O(\; — 1)+ O — 1).
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3.1.3 Comparisons with exact results
Hydrostatic Loading

With regard to porous elastomers subjected to finite deformations, there are very few exact results
available. For the special case of hydrostatic loading, Hashin (1985) obtained an ezact equilibrium
solution by making use of the idea of the Composite Spheres Assemblage. Following that work, it
is straightforward to show that an exact result for the effective stored-energy function of a porous
elastomer with incompressible, isotropic matrix W (F) = ® (A1, A2) and the Composite Cylinder
Assemblage (CCA) microstructure subjected to in-plane hydrostatic loading (A; = Ay = \) is given
by:

WI(F) =d'(\,X) = 2/ @ (A A7) R AR, (3.25)
Vo
where
o1
A=+ T (3.26)

The corresponding exact average deformation in the matrix phase reads as:

FY =31 (3.27)
with
72 —
_ Nt fo—1)— X
o VR -1 X %)
fo—1

where A\ must be greater than /I — fo.
In general, the integral in (3.25) cannot be computed analytically; however, for the particular
case of a porous elastomer with incompressible Neo-Hookean matrix phase, the ezact stored-energy

function may be expressed as:

—2
) =4 (XQ _ 1) [ln (A +fo- 1) —In (f)] (3.29)
2 Jo

It can thus be seen that the two versions of the second-order estimates, as defined by (3.16)
and (3.23), do not recover the exact result (3.29) for the effective stored-energy function of porous
elastomers with incompressible Neo-Hookean matrix phase subjected to general in-plane hydrostatic
finite deformations. Nonetheless, both estimates can be shown to be exact to third order in the
infinitesimal strain (i.e., up to O(A — 1)). For larger finite deformations, however, the behavior of
both estimates is very different. As it will be seen in the following section, whereas the expression
(3.16), which takes into account the field fluctuations, provides estimates that are in very good
agreement with the exact result, the corresponding tangent expression (3.23) delivers estimates that
deviate drastically from (3.29). This disparity is mainly due to the difference in the prediction of the
evolution of the microstructure. In fact, while the average deformation gradient in the matrix phase
(3.24) predicted by the tangent second-order theory is exactly equal to the identity, the corresponding
F (3.17) predicted by the second-order method with fluctuations is consistent with the exact result
(3.27). This is a remarkable result. Indeed, by taking into account the fluctuations, the second-

order estimate (2.69) is able to improve on the earlier tangent second-order estimate (3.19) in that it
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recovers the exact average deformation fields in a porous elastomer with an incompressible isotropic

matrix under finite in-plane hydrostatic loading.

General Loading

For more general loadings, there are no other known exact solutions for the finite deformation
of porous elastomers. However, for incompressible matrix phase materials, a simple kinematical
argument allows for the determination of the exact evolution of the porosity f as a function of

deformation. The result is as follows:

_ {detF)®  (detF) — (1 — fo)(detF)D)
/= (det F) Jo= fo(det F) fo=1

_1-fo
detF’

(3.30)

where use has been made of the fact that det F is a null Lagrangian. It can be shown that the
estimate for the porosity associated with the second-order estimate (3.13) for porous elastomers
with incompressible isotropic matrix phases is in exact agreement with the exact result (3.30). The
proof of this is sketched out for the particular case of a Neo-Hookean porous material at the end
of Appendix II. On the other hand, the corresponding estimate for the porosity arising from the
tangent second-order estimate (3.21) deviates radically from (3.30) for large deformations, as will
be shown explicitly in the next section.

In summary, the second-order estimate (3.13), unlike the tangent second-order estimate (3.21),
is able to predict the exact evolution of the porosity for general finite loading, and consequently the
exact average deformation fields for hydrostatic loading, for a porous elastomer with incompressible
isotropic matrix phase. This is a nontrivial result, since the actual fields in a deformed porous
elastomer are highly heterogeneous. However, it appears that the “generalized secant” linearization
together with the incorporation of field fluctuations leads to improved approximations capable of
capturing better the heterogeneity of these fields in order to deliver the exact results mentioned

above.

3.1.4 Loss of strong ellipticity

For the particular case of plane-strain deformations at hand, the general strong ellipticity condition
(2.89) can be written more explicitly, especially in the context of in-plane isotropic materials. In
fact, under plane-strain deformations, necessary and sufficient conditions for strong ellipticity of the
effective constitutive behavior of the class of (in-plane) isotropic porous systems considered here can

be shown (Knowles and Sternberg, 1977; Hill, 1979) to reduce to:

Li111 >0, Lo220 >0, Ly212 >0, L2121 >0, and

L1111L2222 + L1212 La101 — (21122 + 21221)2 > —2\/51111222222121222121,
(3.31)
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where
. 9?9
Liyj; = ——=,
OO\
. 1 —0d _ 93
Ly = N =N | i# ],
. 1 —0® — 09
Liiii = ——— | Xi— — \j— ; B 3.32
33 /\?)\?(Ja)\i (9>\j> P F ] ( )

(i,j = 1,2) are the components of the modulus L written in the Lagrangian principal axes. Note
that the third and fourth conditions in (3.31) are equivalent and that for loadings with \; = };
(i # j), suitable limits must be taken for some of the components in (3.32). In particular, equations

(3.32)5 and (3.32)3 transform into:

~ 1A ~ 1 0® o
Lijij = 5 (ﬁiz’m‘ — Liijj + 28)\1> i # 7,
3 1~ 5 100\
Ligji = 5 (Eiiii = Liijj — 23/\z> i 7 J, (3.33)

respectively.

In the next section, the second-order estimates developed in this chapter will be used to generate
predictions for the strongly elliptic domains of random porous elastomers with incompressible Gent
and Neo-Hookean matrix phases subjected to plane-strain deformations. It will be shown that even
though the behavior of the matrix phase is strongly elliptic, the homogenized behavior of the porous
elastomer can lose strong ellipticity. This is consistent with the earlier observations of Abeyaratne

and Triantafyllidis (1984) for porous elastomers with periodic microstructures.

3.2 Results for plane-strain loading: random porous elas-

tomers

This section presents results associated with the second-order estimates developed in the preceding
sections for the in-plane hydrostatic, uniaxial, and pure shear loading of porous elastomers with
incompressible Gent and Neo-Hookean matrix phases. Henceforth, for consistency with (Lopez-
Pamies and Ponte Castaineda, 2004b), the second-order estimates (3.14) will be denoted as Version
3, and the tangent second-order estimates (3.21), as Version 1. Results are given for ;1 = 1 and various
levels of initial porosity fy, and were computed up to the point at which the effective incremental
moduli were found to lose strong ellipticity, or truncated at some sufficiently large strain if no such
loss was found. For clarity, the points at which loss of strong ellipticity occurred are denoted with
the symbols “0” and “o” for Version 1 and 3, respectively. The characterization of the strongly
elliptic domains is given in the last subsection. It is further noted that exact results and bounds are

presented when available.
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Figure 3.2: Comparisons of the second-order estimates (Version 1 and 3) with the exact results for the
effective response of a porous rubber subjected to in-plane hydrostatic loading (A2 = A1 = A). The results
correspond to an incompressible’ Neo-Hookean matrix phase with various initial concentrations fy of aligned

cylindrical voids, and are shown as a function of the logarithmic strain € = In(A). (a) The stored-energy
function ®'; and (b) the corresponding stresses S = 0B /X1 = 0D /OX,.

3.2.1 Hydrostatic loading

Figure 3.2 presents the comparison between the effective behavior as predicted by Version 1 (HS1)
and 3 (HS3) of the second-order method and the “exact” result (for CCA microstructures), for
a Neo-Hookean porous elastomer with incompressible matrix phase (k — oo0) under hydrostatic
loading with A\ = A\; = . Results are shown for initial porosities of 30, 50, and 70% as a function
of the logarithmic strain & = In(X) for both: (a) the effective stored-energy function ®; and (b)
the associated stress § = 0B/ JON = o1 /0. Recall that closed-form expressions for the effective
stored-energy functions shown in Figure 3.2(a) are given by (3.16), (3.23), and (3.29) for Version 3,
Version 1, and the exact result, respectively.

The main observation that can be made from Figure 3.2 is that Version 3 of the second-order
variational procedure provides estimates for the effective constitutive behavior which are in excellent
agreement with the exact result. Version 1 also delivers estimates that compare reasonably well with
the exact result for compressive loadings. However, the predictions by Version 1 deviate significantly
from the exact behavior for large tensile deformations. It is also seen that both versions of the second-
order method predict loss of strong ellipticity of the homogenized porous elastomer under in-plane
hydrostatic compression, while no such behavior is observed under in-plane hydrostatic tension.
Moreover, both second-order estimates for the effective behavior exhibit a better agreement with
the exact result for higher values of fy. Finally, it is interesting to note from Figure 3.2(b) that the
overall constitutive behavior of the composite consistently exhibits hardening under compression
and softening under tension. This feature will be shown shortly to be due partially to a geometric
effect caused by the evolution of the porosity.

Figure 3.3 provides plots associated with the results shown in Figure 3.2 for: (a) the porosity

IFor consistency with Lopez-Pamies and Ponte Castafieda (2004b), i/ — oo, as opposed to k — oo, is used in all
figures in this chapter to indicate the incompressibility of the matrix phase.
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Figure 3.3: In-plane hydrostatic loading (A2 = A1 = \) of a porous rubber with an incompressible, Neo-
Hookean matrix phase with various initial concentrations fo of aligned cylindrical voids. (a) The evolution
of porosity f as predicted by Versions 1 and 3 of the second-order method compared with the exact result
as a function of the logarithmic strain e = ln(X). (b) The critical stretches Aeri¢ at which the loss of strong
ellipticity of the homogenized elastomer takes place as a function of initial porosity fo. (This last plot also
includes the critical loads for the first two buckling modes (n = 2, and 3) of a cylindrical shell (Wang and
Ertepinar, 1972).)

as a function of the logarithmic strain € = In()); and (b) the critical stretch \..;; at which the loss
of strong ellipticity of the homogenized elastomer takes place, as a function of initial porosity fo.
First, a key point to be drawn from Figure 3.3(a) is that the porosity decreases for compressive
deformations and increases for tensile ones. This entails a geometric hardening/softening on the
overall response of the porous elastomer which is entirely consistent with the hardening/softening
exhibited by the effective constitutive behavior observed in Figure 3.2(b). Moreover, the porosity
predicted by Version 3 of the second-order method reduces to the exact result, as already pointed
out in the previous section (see expressions (3.17) and (3.27)). On the other hand, the porosity
delivered by Version 1 deviates from the exact evolution for large finite deformations, especially for
tensile hydrostatic loading. In fact, under hydrostatic tension, Version 1, which does not take into
account information about the field fluctuations, predicts unrealistic values for the porosity (i.e.,
greater than unity). This explains the extremely soft effective constitutive behavior observed in
Figure 3.2 for Version 1 of the second-order method under hydrostatic tension. Also, in accordance
with the trend discerned from Figure 3.2, it appears that the porosity evolution predicted by Version
1 gets worse with decreasing initial porosity.

The main observation with regard to Figure 3.3(b) is the somewhat counterintuitive result that
the porous material becomes more stable (\..;; smaller) with increasing initial values of the porosity.
In this connection, it is relevant to remark that while exact results are available for the effective
stored-energy function and porosity evolution for the in-plane hydrostatic loading of composite
cylinders (with incompressible matrix phase), the exact loss of strong ellipticity of these structures
has not been studied. However, Wang and Ertepinar (1972) did study the stability of an isolated

cylindrical Neo-Hookean shell under in-plane hydrostatic loading. Of course, the buckling behavior
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2

Figure 3.4: Version 1 and 3 estimates of the second-order method for the effective response of a porous
rubber subjected to uniaxial loading (A2 = 1 and A\; = X). The results correspond to an incompressible
Neo-Hookean matrix phase with various initial concentrations fo of aligned cylindrical voids, and are shown
as a function of the logarithmic strain € = In(X). (a) The stress component S1, = d®'/0X;. (b) The stress
component Sgp = 8:151/8X2.

of an isolated shell cannot be rigorously identified with the buckling instabilities that would take
place in an actual composite cylinder system, except possibly in the dilute limit, when no interaction
among pores is expected. In this connection, we have included in Figure 3.3(b) the results of Wang
and Ertepinar (1972) for the buckling flexural modes n = 2, which corresponds to the collapse to an
oval shape, and n = 3, for reference purposes. Remarkably, these results are in good agreement with
the second-order estimates in the small porosity regime, where the comparisons may be relevant. In
addition, for large initial porosities it is noted that the second-order predictions bound the buckling
modes for an isolated cylindrical shell. Figure 3.3(b) also shows that for the interval 0 < fy < 0.4 the
Aerit predicted by Version 3 is slightly smaller than the one obtained from Version 1. In contrast, for
initial porosities higher than 0.4, the prediction of A..; by Version 1 becomes smaller than the one
computed from Version 3. The difference between the results of these two versions becomes more
pronounced in the limit fy — 1, where Aerit — 0.73 and Aerie — O for Versions 1 and 3, respectively.
We expect the estimate for the critical stretch associated with Version 3 to be more accurate, but
we do not have an explanation for its relatively low values at high porosities. However, it should
be kept in mind that it is expected that other (smaller wavelength) instabilities would take place

before reaching the loss of ellipticity condition.

3.2.2 Uniaxial loading

In Figure 3.4, plots for the effective stress-strain behavior associated with Versions 1 and 3 are
presented for a Neo-Hookean porous elastomer with incompressible matrix phase (k — oo) under
uniaxial loading with Ay = 1, A\; = X. The results for the stress components S;; = 0! /OA; and
Soo = 8&51/8X2 are presented in parts (a) and (b), respectively, for values of fy = 30, 50, and 70%,

as functions of the logarithmic strain = In(\). Similar to the case of in-plane hydrostatic loading,
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Figure 3.5: Version 1 and 3 estimates of the second-order method for the effective response of a porous
rubber subjected to uniaxial loading (A2 = 1 and A1 = X). The results correspond to an incompressible
Neo-Hookean matrix phase with various initial concentrations fo of aligned cylindrical voids, and are shown

as a function of the logarithmic strain € = In(A). (a) The evolution of the porosity f compared with the
exact result. (b) The evolution of the average aspect ratio of the voids w.

the results for compressive (tensile) deformations shown in Figure 3.4 exhibit a clear hardening
(softening) behavior with increasing deformation, but less pronounced than the corresponding results
for in-plane hydrostatic loading. From Figure 3.4(a) it is seen that the effective constitutive behavior
for S1; obtained from Version 1 is significantly softer than the one obtained from Version 3. This
is also the case for the component Sy» as shown by Figure 3.4(b). In fact, the prediction for
this component of the stress by Version 1 is not only much softer than the corresponding stress
predicted by Version 3, but it even decreases for tensile loadings reaching negative values, which is
physically unrealistic. This suggests that the predictions of Version 1 could be too soft for large
finite deformations, especially for tensile loadings. Furthermore, as it was the case for hydrostatic
loadings, loss of ellipticity was found for compressive loadings but not for tensile ones.

Figure 3.5 provides corresponding results for: (a) the porosity f; and (b) the average aspect ratio

of the pores w, as function of the logarithmic strain € = In(). Recall from (3.12)2 that the aspect
ratio has been defined as w = ng) /Xéz), with X?) and Xf) denoting the principal stretches associated
with the average deformation gradient tensor of the vacuous phase F(Q), so that w > (<)1 correspond
to an oblate (prolate) average shape of the pores. As it was the case for hydrostatic loading, it is seen
from Figure 3.5(a) that the porosity decreases for compressive deformations and increases for tensile
ones. In turn, this can be related to the aforementioned hardening/softening trend exhibited by the
effective stress-strain behavior in Figure 3.4. As already anticipated in Section 5.1.4, Figure 3.5(a)
also shows that the prediction for the evolution of the porosity by Version 3 of the second-order
method is in agreement with the exact result, whereas the prediction by Version 1 deviates from
the correct behavior for large deformations. This deviation, which is much more drastic for tensile
loadings and lower values of fy, helps explain the unphysical behavior observed in Figure 3.4(b) for
So9. In particular, it is seen that Sos tends to negative values whenever f approaches one. Figure

3.5(b) shows that both versions of the second-order method give similar predictions for the average



3. Porous elastomers: cylindrical voids, random microstructure 68

40 200
— HS3 — HS3
3B ....... Voigt XIZI/XZ:X
307/\121//\22)\ ] 150,](0:01 Jm:42<) i
25| Jo = 0-1 =1 J. =100
- H=1 .
W 2| wio| # ~ % J, — 00
TR
15
10 50
5
0 0
0 05 1 15 2 25 0 05 1 15 2 25
e e

(a) (b)

Figure 3.6: Version 3 estimates of the second-order method for the effective response of a porous rubber
subjected to pure shear loading (A1 = 1/X2 = ). The results correspond to an incompressible Gent matrix
phase with given initial porosity fo = 0.1 and various values of the material parameter Jm, and are shown
as a function of the logarithmic strain € = In(\). (a) The effective stored-energy function ®! compared with
the Voigt upper bound. (b) The evolution of the aspect ratio w.

aspect ratio of the pores. Note that in compression the changes in aspect ratio are more rapid for
smaller fy.

It is concluded from the observations made in the context of these figures for uniaxial stretch,
as well as the earlier figures for hydrostatic deformation, that Version 3 of the second-order method
leads to more consistent predictions for the overall behavior and microstructure evolution of the
porous elastomers, and therefore it should be preferred over Version 1. For this reason, in the

following sections only results associated with Version 3 will be presented.

3.2.3 Pure shear loading

Figure 3.6 provides Version 3 second-order estimates for a Gent porous elastomer with incompressible
matrix phase under pure shear (A\; = 1/Ay = \). Results are shown for an initial porosity of 10%
and values of the lock-up parameter J,, = 42,100, and J,, — oo as functions of the logarithmic
strain @ = In()\) for: (a) the effective stored-energy function o! compared with the Voigt upper
bound; and (b) the evolution of the aspect ratio w. First, it is observed from Figure 3.6(a) that the
Version 3 estimates for the effective stored-energy function satisfy the rigorous Voigt upper bound.
It is emphasized again that this bound is only helpful when considering isochoric loadings, like the
one considered in this section, since it becomes unbounded otherwise. Note that no loss of ellipticity
was detected at any level of deformation. In connection with the evolution of the microstructure, it
is remarked that the porosity does not evolve under pure shear deformations. On the other hand,
as clearly shown by Figure 3.6(b), the aspect ratio of the pores does increase fairly rapidly with
increasing strains. Furthermore, note that w appears to be insensitive to the value of the material
parameter J,,.

Figure 3.7 presents plots of the corresponding results for the stress components: (a) Si1; and
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Figure 3.7: Version 3 estimates of the second-order method for the effective response of a porous rubber
subjected to pure shear loading (A1 = 1/X2 = ). The results correspond to an incompressible Gent matrix
phase with given initial porosity fo = 0.1 and various values of the material parameter Jm, and are shown
as a function of the logarithmic strain € = In(X). (a) The stress component S1; = d®’/9X;. (b) The stress
component Spp = 821\31/8X2.

(b) Sa2. One of the main points that can be drawn from Figure 3.7 is the strong dependence of
the effective stress-strain relation of the porous rubber on the lock-up parameter J,, of the matrix
phase. Interestingly, it can also be deduced from these figures that the evolution of the aspect ratio
appears to have little effect on the effective constitutive behavior of the porous elastomer under pure

shear.

3.2.4 Failure surfaces

Figure 3.8 displays the strongly elliptic (and non-elliptic) domains for the 2-D porous elastomer
with incompressible Neo-Hookean matrix phase, subjected to in-plane deformations. The results are
shown in the plane (e, — €3) for: (a) Version 1 and 3 estimates for initial porosities fo = 30, 50,
and 70%; and for (b) Version 3 estimates for initial porosities fo = 10,20, and 30%. In order to aid
the discussion of the results, the boundary at which the porosity vanishes has also been included in
Figure 3.8. Note that once the zero-porosity boundary is reached, further compressive deformation
(with J < 1) of the material is not possible.

An interesting observation that can be made from Figure 3.8 is that the loci of points describing
loss of strong ellipticity satisfy €3 +€; < 0, which implies that a necessary condition for loss of strong
ellipticity to occur is the existence of a compressive component in the state of deformation. Also,
note that the predictions from both versions of the second-order method have roughly the same
qualitative behavior; however, the results of Version 1 appear to be more restrictive than those of
Version 3 for all initial values of porosity and loadings, with the exception of cases satisfying fy < 0.3,
€1 < 0, and ey < 0, for which the onset of loss of strong ellipticity of Version 3 precedes that one of
Version 1. Furthermore, it is interesting to note that the strongly elliptic (and non-elliptic) domains

shown in Figure (3.8) are similar to the results obtained by Abeyaratne and Triantafyllidis (1984) for
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Figure 3.8: Domains of strong ellipticity on the (€1 — €;)-plane for a porous elastomer with incompress-
ible, Neo-Hookean, matrix phase and various levels of initial concentrations fy of aligned cylindrical voids, as
determined by Version 1 and 3 of the second-order variational procedure. The dotted lines denote the bound-

ary at which the level of zero porosity has been reached upon compressive deformation. (a) Comparisons
between the Version 1 and 3 estimates; and (b) Version 3 estimates for low initial porosity.

the loss of strong ellipticity of periodic porous elastomers with a nearly incompressible Neo-Hookean
matrix phase. However, their results appear to be more restrictive than the ones obtained here. In
particular, these investigators did find loss of strong ellipticity for deformations with é; +¢; > 0,
which includes pure shear loading. These discrepancies seem to be consistent with their periodic
microstructure, as it is more susceptible to instabilities than the random microstructure utilized in
this work. This point will be elaborated further in the next chapter, where we will consider porous
elastomers with periodic microstructures in full detail. Another important point that deserves further
comment is the trend followed by the onset of loss of ellipticity as a function of initial porosity.
In effect, Figure 3.8 suggests that a Neo-Hookean porous elastomer with random and isotropic
microstructure becomes more stable with increasing values of initial porosity. This is in contrast
to the behavior followed in stress space—mnot shown here for conciseness—where higher values of
initial porosity do lead to smaller critical stresses at loss of strong ellipticity. For convenience, a
detailed discussion of this intricate behavior will not be given here, but, instead, it will be postponed
until Chapter 5. Finally it is interesting to remark that it was through the failure of the third
(and equivalently fourth) condition of (3.31) that the porous elastomer with incompressible Neo-
Hookean matrix phase lost strong ellipticity systematically. Indeed, whereas the evolution of the
microstructure for compressive loadings led to the already-mentioned hardening of some of the
components of the effective incremental modulus, it also led to the softening of the shear component
21212, which resulted in the overall loss of ellipticity of the porous elastomer.

For completeness, it is noted that the corresponding domains of strong ellipticity for porous
elastomers with incompressible Gent matrix phases are essentially identical to those shown in Figure
3.8. Indeed, the results predicted by the second-order theory indicate that the value of the lock-up
parameter J,, does not play a major role in estimating the onset of loss of ellipticity of porous

elastomers with random and isotropic microstructures. This is consistent with the fact that loss
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of strong ellipticity takes place under compressive deformations at which the lock-up effect, as
characterized by J,,, is not “felt.”

In summary, the second-order estimates for the homogenized constitutive behavior of porous
elastomers with isotropic, strongly elliptic, matrix phases have been found to admit loss of strong
ellipticity at reasonable levels of deformation. This behavior has been linked to the evolution of
the microstructure under finite deformations, which, depending on the specific loading conditions,
was found to induce hardening or softening behavior resulting in the loss of strong ellipticity for the

porous elastomer.

3.3 Concluding remarks

In this chapter, analytical estimates have been derived for the in-plane effective behavior of trans-
versely isotropic porous elastomers with random microstructures subjected to finite deformations,
by means of the homogenization framework developed in Chapter 2.

As already discussed in the preceding chapter, a key ingredient in the general framework of the
second-order variational procedure proposed in this work is the scheme employed for the linearization
of the constitutive relation of the hyperelastic phases in the composite. Thus, while the earlier
tangent linearization proposed by Ponte Castaneda and Tiberio (2000) results in estimates for the
effective constitutive behavior which depend exclusively on the average fields of the constituent
phases, the estimates associated with the generalized secant linearization scheme proposed here not
only depend on the average fields, but also exhibit a direct dependence on the field fluctuations. The
difference between these two approaches has already been shown to be significant in the context of
reinforced incompressible elastomers, where the incorporation of field fluctuations proved necessary
to obtain the correct overall incompressibility constraint for these materials (see Lopez-Pamies and
Ponte Castafieda, 2004a). Within the richer class of porous elastomers presented in this chapter, the
direct incorporation of field fluctuations into the computation of the effective behavior has turned
out to be essential as well.

Thus, by incorporating field fluctuations, the second-order method has been shown to lead to the
exact evolution of the porosity in porous elastomers with incompressible, isotropic, matrix phases,
under general plane strain loading. This is a remarkable result in view of the strong nonlinearity of
the problem. Furthermore, for the particular case of hydrostatic loading, the effective constitutive
estimates exhibit excellent agreement with the available exact result. This can be related to the
correct prediction of the porosity evolution. Unfortunately, no other exact results are available for the
effective constitutive behavior of porous elastomers. However, based on the comparisons presented,
it seems plausible that the second-order variational procedure should be also able to deliver accurate
estimates for the homogenized behavior of porous elastomers for more general loading conditions. In
the next chapter, where second-order estimates will be compared with FEM calculations, this will
be shown to be indeed the case.

On the contrary, the tangent second-order method, which only makes use of the average fields,

delivers predictions for the evolution of the microstructure that deviate rapidly from the expected
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behavior for finite deformations, especially for tensile loadings. The negative consequences of this
deviation were put in evidence by the comparisons with the exact result for hydrostatic loading,
where the tangent second-order estimates, even though exact to third order in the infinitesimal
strain, break down under large tensile deformations.

A major result of this work is the strong influence of the microstructure evolution on the overall
behavior of porous elastomers, in particular, through geometric hardening/softening mechanisms
arising as a consequence of the evolution of the pore microstructure during a finite-deformation
history. Indeed, it was seen that the decrease of the porosity during compressive deformations
results in a significant hardening of the effective constitutive behavior of the porous elastomer.
On the other hand, the increase of the porosity associated with tensile deformations leads to a
pronounced softening.

Finally, it has been shown that loss of strong ellipticity, corresponding to the possible development
of shear-band instabilities, can take place in porous elastomers with random microstructures at
physically realistic levels of compressive deformation. This is consistent with earlier findings by
Abeyaratne and Triantafyllidis (1984) for porous systems with periodic microstructures. Indeed, in
this work, we have been able to relate softening mechanisms associated with the evolution of the
microstructure under finite deformations with the possible onset of macroscopic instabilities, even

for materials with strongly elliptic matrix phases.
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3.4 Appendix I. In-plane components of the tensor P for

cylindrical inclusions with circular cross-section

In this appendix, we provide explicit expressions for the (relevant) in-plane components of the tensor
P associated with a random and isotropic distribution of aligned cylindrical fibers with circular cross

section in a matrix material with orthotropic modulus tensor L, with matrix representation

Liiin Liize O 0

Li122  Loogo 0 0 (3.34)
0 0  Lizi2 Lio;
0 0 Liz21 Lioio

In this case, having set the initial aspect ratio of the pores wg = 1, the general expression (2.57) for

P simplifies to:

I _

Pijkl = %/0 (Limkn gm gn) ! fj gl dG, (335)
where £1 = cos 0, &, = sin 6, and &3 = 0. Carrying out the appropriate integrals leads to the following
expressions:

b, (L1122 + L1221)” + (Lagaz — Li212) (Q2 - ﬁi;; V Q1)
1111 = )
Exe
P (L1122 + Li221)” + (L1111 — Li212) (Q2 — ) \/Ql)
222 = Tz )
Lis2 ©3
(L1122 + L1221) (V@1 — VL1111 L1212 — /L1212 Laosa)
Prig2 = 05 ’ (3.36)
where
2 2
Q= (\/L1111L2222 + L1212) — (L1122 + L1221)",
Q2 = Li2i2 ++/ Li111La22o,
Qs = ((Lii22 + L1221)* = (L1111 — Li212) (Lazaz — Li212)) /@1 (3.37)

At this point, it should be remarked that no allusion is made to the remaining non-zero, in-plane
components of the tensor P: Pja12, Po1o1, and Pjgo1, simply because they do not enter in the
homogenization process of the plane-strain loading of transversely isotropic elastomeric composites.

Next, we spell out the simplification of expressions (3.36) when specialized to a modulus L that
satisfies the constraints (3.6) given in the main body of the text. Note that under such constraints
Qs = 0, so that suitable limits must be taken in relations (3.36). The final expressions read as

follows:

Loaoo Loaoo
1 + L1212 + 2 Lllll

P = 7 s
L
20111 (1 + \/#fff)
L1111 / L1111
1+ L1212 +2 L2222
Psosp =

2
2[ ] | Lasoo
1111 ( I )
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— (L1221 + Li122)
5.
L
2L1111 L1212 (1 + J%)

3.5 Appendix II. Second-order estimates for transversely isotropic

Pi12 (3.38)

porous elastomers with incompressible Neo-Hookean ma-

trix phase

In this appendix, a brief outline of the asymptotic analysis corresponding to the incompressibility
limit associated with the second-order estimate (2.69) for a transversely isotropic porous elastomer
with a Neo-Hookean matrix phase is presented. As discussed in the main body of the text, only one
of the roots derivable from the second-order method has a physically consistent asymptotic behavior
in the limit of incompressibility. The limit associated with this root is the one presented here. It is
noted that the results obtained from the following asymptotic analysis have been checked to be in
agreement with the full numerical solution.

Based on numerical evidence from the results for general x, an expansion for the unknowns in

this problem, i.e., Li111, L399, L1199, Lig1s, is attempted in the limit as k — oo of the following

form:
Lim = J+a+ad+0(a%,
N by 2
L5oey = A + b2 + b3A + O(A7),
Lim = J+a+ald+0(a?),
Lis, = d2+0O(A), (3.39)

where, A = 1/k is a small parameter and a1, as, as, b1, be, b3, ¢1, c2, c3, and dy are unknown
coefficients that ultimately depend on the applied loading A1, Ao, the initial concentration of voids
fo, and the material parameter p. For later use, it proves helpful to spell out the corresponding
expansion for the constrained component Li,5; in the limit as k — oco. Thus, introducing (3.39) in

(3.6) can be shown to lead to:

\/albl — C1 + a2b1 + albg — (CLl + bl)ﬂ
A 2\/a1b1

Now, it is important to remark that for the particular case of a Neo-Hookean matrix phase one of

Ligyy = — 3+ O(A). (3.40)

the generalized secant equations (2.65) can be solved exactly for the variable Lj,;5 in terms of the

other components of the modulus L. This can be shown to result into the following simplifications:

Lig1p = d2 = p. (3.41)
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Next, introducing relations (3.39)—(3.41) in the general expressions (3.10) and (3.11) for the com-

ponents of FO — F can be shown to lead to the following expansions:

FY -3 = 21 +aA+0(A?),
FQ(QI) —X2 = y1+pRA+0(A?),
Ff;)ﬁﬁ) = p1+pA+O(A?),
(B2 + (B = 51+ 5:0+0(A2), (3.42)

The explicit expressions for the coefficients of these expansions have not been included here for their
bulkiness; however, it is useful to spell out their dependence on the variables introduced in (3.39).
Thus, the coefficients of first order x1, y1, p1, and s; exhibit dependence on aq, b1, ¢1, as, ba, and
c2, whereas, the second order terms s, y2, p2, and sq are functions of aq, by, ¢1, as, ba, co, as, b3,
and cs.

In connection with relations (3.42), it is necessary to clarify that the asymptotic expressions for
the combinations F\3)F3) and (F3)2 + (F{2)2 have been specified in (3.42), rather than those
for the independent components F 1(5 ) and Ff?, since, as discussed previously, they are the relevant
variables in this problem.

Now, by introducing expressions (3.39), (3.40), and (3.42) into the three reduced (recall that
L3915 = da = p) generalized secant equations (2.65), a hierarchical system of equations is obtained

for the remaining unknown coeflicients introduced in (3.39). Thus, the equations of first-order

O(A71) lead to the following results:

A
bl - jéalv
2
S (3.43)
X2

whereas the equations of second-order O(A®), by making use of (3.43), can be shown to render the
following relations:

—9 — —  — —
Y A — Aa) (A + A
ngm—(l %1 2),, (3.44)

Ag Ay
Ao(AiAg — 1 2+ +
ay = 2(A1 2 ) (2612”2 qin2 QO) (3.45)
2foA1 (z2n5 + z1n2 + 20)
rang + r3ni + rang + ring + 1o =0, (3.46)
where ny = Aaz — Aaca,
Zy = (fO - 1)X17
I
lep*&JMM+%W+&y
N —2 R —
20 = A1+ A) {(fo = 2)A] = (L+ fo)dide — Ay, (3.47)

and g3, q1,qo,74,73,72,71, and 79 have been given in Appendix III.
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Prescriptions (3.43) through (3.47) can be shown to be sufficient to fully determine the first-order

)

terms of all of the components of FO —F and F(l . The final expressions may be written as:

A (J — 1)
T ==y -,
Ao aj

% [arfor(Rs =30 + Re(hake = 1) ((fo — Dnz + 200 + %))
B a1 [2(fo — DnaAr — p(A1 + X2) ((fo — 3)A1 — (1 + fo)A2)]
T1y1 + Aot 4+ Ay + Mde — 1,
P = A2)? (A1 + Ag)?

T a? foAr [2(fo — Dnady — p(Ay + A2) ((fo—3)A — (1 + fo)xz)]2

)

p1

X (arfor(n +A2)” + (fo = DAe(Aidz — 1)(n2 — (A1 + A2)))
X (2a1fort + A2 (1+ fo — (1 + fo)AdiAg)) + (2 + ij) D1, (3.48)
and
PRI WG TIN
W= 0. (3.49)

At this point, it is important to remark that relations (3.48) and (3.49), by means of (3.45), ultimately
depend on the variable ny, which can be determined in closed form by solving the fourth-order
polynomial equation (3.46). This is precisely the same equation as (3.15) given in the main body of
text, where for clarity of notation no was relabelled as v. Under the above development, it is then
straightforward to show that the leading order term of the expansion of the second-order estimate
(2.69) in the limit of incompressibility may be expressed in closed form, as it ultimately depends on
the coefficient ny. The final explicit expression (in terms of the variable ny = v) is given by (3.14)
in the text.

Next, it is shown that the porosity associated with the second-order estimate (3.14) for a porous
elastomer with an incompressible Neo-Hookean matrix phase reduces to the exact result (3.30).
Given that a HS-type approximation is utilized in the homogenization process, the fields in the
porous phase are assumed constant. This implies that the average change in volume of the porous

phase is simply given by:
J? = (detF)?

= det(F)?

_ (for — (1 - fo)m#(foh — (1= fo)y1) , (3.50)
0

where use has been made of the relation F = (1 — fo)F(l) + fOF(2). Expression (3.50) can now be

used to compute the porosity associated with the second-order estimate (3.14) through the relation:
J®@
=—f, 3.51
f 7 fo (3.51)
which, after some simplification, can be shown to reduce to the exact result (3.30). Finally it should
be emphasized that this result has been proven to hold not only for Neo-Hookean porous elastomers,

but more generally, for porous elastomers with incompressible isotropic matrix phases.
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3.6 Appendix III. Coefficients associated with the incom-
pressible limit for the second-order estimate of Neo-Hookean

porous elastomers

This appendix provides, in terms of Ai, A2, fo, and p, the explicit expressions for the coefficients

introduced in relations (3.14) and (3.15). They read as follows:

poo= (fo— DAL+ X (K +23),
ps = —A(fo— Xy ((-1+ SN — (L4 fo)X At
+ (L (fo =DM = (1+ o)Xy )
e = 2% (3(fo — DX+ )X + (5 + (4= Tho) fo)X Dt

224 fo(13 4 (=12 + fo)fo)) M ha +A(1 — 2(=2 + fo) fo) N Xy —
= (A o)1+ (o = D)Xy = (1+ (fo = 4)fo)%s)
po= N0+ ) ((fo = DAL+ Jo)A = (<1 + fo(=5+
+ o3+ fo))AMAe + (fo — (=3 + fo) folihs — (fo — 4)fo %
X (L fo)A g + (=14 3fo) Mg + (fo =~ DXg)

i+ 32)* (o = D24 fo) A = 2o(=5+ fo(2 + fo)) X Aot

I
+ (=14 fo(11+2(fo = D fo) A — 2fo(=2+ (=3 + fo) fo) M X +
+ (1 fol5+ (o = DDA + 201+ o)X + (L + fo)Xs ),

@ = (fo—1)%,

a1 = 2(fo—Dpd (M — fori + X2),

@0 = i ((fo - 1)2X? - (1+ fO)QXJ; —(1+ fo)xg +X§(X2 - 3f0X2)) ,

ry = —(—1+f0)3ﬁ(_1+f0 + A1 2),
ry = —4(—1+f0)2MX§(X1 — fodi 4+ A2) (=1 + fo + A1 X2),
ry = =21+ fo)utX (B(-1+ fo)* X + (1 + o)X (5 — Tho+

+3(=14 fo) Ao — (1= 3fo + f2 + f3 + (=5 + Tfo) A1) A —
= (L S (L oA+ fo) AR — (1+ fo)XiXy)
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o= PN+ R) (1 )RR + MR (-1 S+ (L o+ SR+
X1+ fo)* = (L4 fo(=4+ fo+ JEDRS) + X (=1 + folfo + X)) +
+ A1+ — fold = 4fo+ f3 + (=34 fo)a)))
ro = =i+ %) (<14 f0)' N = (<14 o)X (2fo(1 + fo)—
— (L fo AR A A (=24 fo2 4+ 3fo + f3 — 2(=3+ FHNDN, +
Xi2fo(1+ fo)® + 2+ fod+ fo + F2)A)Ns +
b (L fo) L+ fo+ 2 o)y + (—1 + fo)Xng) .

3.7 Appendix IV. Tangent second-order estimates for trans-
versely isotropic porous elastomers with incompressible

Neo-Hookean matrix phase

In this appendix some details are presented concerning the incompressibility limit associated with
the tangent second-order estimate (3.19) for a porous elastomer with Neo-Hookean matrix. The
asymptotic solution resulting from this heuristic derivation has been checked to be in agreement
with the full numerical results.

Motivated by the observed properties of the numerical solution for general k, an expansion for
the unknowns in this problem, i.e., Xi” and Xél), is attempted in the limit as kK — oo of the following

form:

5D

/\1 a1 +a2A+a3A2+O(A3),
~(1)

Xyt = Bt BA+ BA% 4+ 0(AY), (3.52)

where, A = 1/k is a small parameter, and a1, as, as, 1, B2, and (3 are unknown coefficients
which ultimately depend on the applied loading A, A2, the initial concentration of voids fy, and the
material parameter p.

By making use of expressions (3.52) in relation (3.20), a hierarchical system of equations is
obtained for the coefficients oy, az, as, B1, B2, and (3. The leading order terms O(A~!) of these

equations can be shown to lead to the following relationship:

B =1/, (3.53)

which implies that the determinant of F(l), denoted by JW) | is exactly equal to one in the incom-
pressible limit.

Next, under condition (3.53), the equations of order O(A?) yield the relationship:

(1+af) (=1 = fo+ 1+ fo)ai + (A2 — Ay)ar)

ag +affy = S S
! )\1 — a%)\z

, (3.54)

which determines the combination as + a? 3 in terms of a;.
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Finally, the equations of order O(A) derived from (3.20) are considered. Making use of relations

(3.53) and (3.54) in these equations can be shown to lead to the following expressions:
as +G1(a1,a2)63 = Gg(al,ag), (355)
and

(e+fB-1)at+2(M+(fo— ) o+ (- X)) o
=2((fo— DM +Xa) ar +1—fF - X? =0, (3.56)

where G; and G2 are (known functions of their arguments) too cumbersome to be included here.

It is noted that (3.55) establishes a linear relationship between 33 and a3 analogous to the one
established by equation (3.54) between (2 and as. More importantly, (3.56) provides a fourth-
order polynomial equation for the coefficient a; in terms of the initial concentration of pores fo,
the material parameter p, and the applied loading as determined by A; and Ay. This equation is
precisely the equation (3.22) given in the main body of the text, where for clarity of notation «y was
denoted as u. It turns out that the leading order term of the effective energy (3.19) in the limit of
incompressibility may eventually be characterized entirely in terms of the coefficient a;. The final
result is given by expression (3.21) in the text, where, as already pointed out, u must be identified
with ;.

It is noted that for the particular case of hydrostatic loading, i.e. Ao = A\; = ), a suitable limit
must be taken in the above expressions. For this type of deformation, it is straightforward to show
that Xy = A"
together with the equation of order O(A~1) given by (3.53) leads to ; = 1. In turn, this result for

, and hence that, 81 = a1, 02 = ag, and O3 = a3. Now, making use of these relations

a1 makes the equation (of order O(A?)) (3.54) be satisfied trivially, whereas the one of order O(A?!)

can be shown to render the following identities:

e A1
2 X+f0_1/1’7

1) (3— 5fo + 2f2 + (Tfo — 6)X+3X2)
as = - T (3.57)
20N+ fo — 1)

Recognizing now that under expression (3.52), hydrostatic loading, and «; = 1, the expansion of

the second-order estimate (3.19) in the incompressibility limit can be written, to first order, as:
WIE) = ' (A X)) =2(1— fo) (X = 1) as + O(A), (3.58)

together with (3.57)1, leads to the final result (3.23).
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Chapter 4

Porous elastomers: cylindrical voids,

periodic microstructure

This chapter—as the preceding one—is concerned with the overall, plane-strain behavior of porous
elastomers consisting of aligned cylindrical voids in an isotropic elastomeric matrix subjected to
finite deformations. Unlike in Chapter 3, however, the distribution of the pores here is taken to be
periodic. This provides the means to achieve the two main objectives of this chapter: (i) to asses
the accuracy of the second-order estimates through comprehensive comparisons with more accurate
FEM calculations available for periodic microstructures, and (ii) to study the influence of the initial
microgeometry of porous elastomers on the overall behavior and stability of these materials.

Many thanks are due to Jean—Claude Michel (LMA, Marseille) and Nicolas Triantafyllidis (Uni-
versity of Michigan, Ann Arbor) for allowing me to use some of their FEM simulation results in
advance of their publication. For a detailed description of the FEM calculations the reader is referred

to Triantafyllidis et al. (2006).

4.1 Plane-strain loading of periodic porous elastomers

In the present chapter, as already stated above, we study the problem of plane-strain loading of
porous elastomers consisting of cylindrical voids perpendicular to the plane of deformation and
aligned in the es axis direction. The voids are taken to have initially circular cross section and initial
volume fraction fy. Moreover, two types of pore distributions—in the reference configuration—are
considered: (a) periodic square and (b) periodic hexagonal arrangements, as depicted in Figure 4.1.

For definiteness, the elastomeric matrix phase is taken to be characterized by the (2D) compress-

ible Neo-Hookean material with stored-energy function (3.3), repeated here for convenience:
W(F):%(1—2)—uan+%(J—1)2. (4.1)

Recall that in this expression, I = A2 + A2, J = A\ )\, and p and s denote, respectively, the shear
and bulk modulus of the material at zero strain.
In contrast to the in-plane isotropic distribution of voids considered in Chapter 3, the pore

distributions studied in this chapter are anisotropic. As a result, the overall in-plane response of
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(b) L,=+3L;

Figure 4.1: Reference configuration depiction of the various microgeometries investigated: (a) periodic
square, and (b) periodic hexagonal arrangement of circular voids.

the class of porous elastomers considered here is anisotropic. In this regard, attention cannot be
restricted only to pure stretch diagonal loadings, as it was done in Chapter 3, but, instead, general
in-plane loadings need to be considered. Thus, by exploiting the objectivity of W—namely, by
setting R = I-—and by making use of the decomposition U= Q D QT, we will consider (in-plane)
macroscopic deformation gradients F of the form®:
— — cosf —sinf A0 cosf  sinf
Fij=U;; = _ _ _ _ _ |- (4.2)
sinf cos6 0 Mo —sinf cos6
In this last expression, A; and Ao denote the in-plane macroscopic principal stretches, and 6 serves
to characterize the orientation (in the anticlockwise sense relative to the fixed laboratory frame
of reference) of the macroscopic, in-plane, Lagrangian principal axes (i.e., the principal axes of
U). For convenience, the coordinates {e;} defining the solid’s axes of orthotropy in the reference
configuration (see Fig. 4.1) will be identified here as the fixed laboratory frame of reference. In the
sequel, the components of any tensorial quantity will be referred to {e;}.
Having specified the initial microstructure, the constitutive behavior of the matrix phase, and
the applied loading conditions, we next detail the specialization of the second-order estimate (2.69)

to the class of porous elastomers of interest in this chapter.

4.1.1 Second-order homogenization estimates

The computation of the second-order estimate (2.69) for the class of periodic porous elastomers

defined above, though similar, is considerably more involved—due to the anisotropic distribution of

1Here and subsequently in this chapter, Latin indices range from 1 to 2.
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the pores—than that of random, isotropic porous elastomers given in Section 3.1.1. First, following
similar arguments to those given in Section 3.1.1, it suffices to consider the in-plane components of
the modulus tensor L") = L of the matrix phase of the linear comparison composite, which may be

conveniently expressed as a matrix in R4*%:

Li111 Liizz Line Liion

Li122 Lagzs  Laziz  Looon (4.3)
, .

L1112 Losi2 Lioi2 Lo

L1121 L2221 L1221 L2121

where, once again, for notational simplicity, the superscript ‘(1) has been suppressed for L™ and
its components, and use has been made of major symmetry (i.e., Lijp; = Lii;;). Further, recalling

that L* has been taken to be orthotropic, it follows that it may be written in the form:

Liy1n Luze 0O 0

LTIQQ L;ZQQ 0 0 (44)
O O L>lk212 L>lk221
0 0 L>{221 L§121

Since R and Q are known quantities, the prescription (2.66), together with (4.4), entails that L
possesses 6 independent components, namely, L7, L3255, L1129, L1312, L5121, and Liys;. Following
similar arguments to those given in Section 3.1.1—namely, guided by the fact that under plane-strain
conditions the tensor F(!) has at most 4 independent, components (Fﬁ ), FQ(; ), 13“1(21), Fé} )) which should
be determined from equation (2.72)—it is expedient to reduce the independent components of (4.4)

from 6 to just 4. To this end, we impose the constraints (3.6), repeated here for convenience:

5121 = Lia19, and  Lipg = \/(Lﬁu — Lig12) (L3290 — Lig12) — Li120, (4.5)

among the components of (4.4). Recall that the motivation for the choices (4.5) is twofold: (i) the
principal components of the tangent modulus of a Neo-Hookean material satisfy (3.6); and (ii) the
conditions (4.5) simplify considerably the computations involved.

)

Now, making use of the above results, the average deformation gradient F(l in the matrix
phase of the LCC, needed in the computation of W, can be readily computed from (2.70) in terms
of the applied loading F, the initial porosity fy, the matrix material parameters p, x, and the 4
unknowns Li117, L3999, L1199, and Li515. Note from the RHS of (2.70) that FY

whether the underlying pores are distributed with square (see Fig. 4.1(a)) or hexagonal (see Fig.

depends also on

4.1(b)) arrangement, since it depends directly on the microstructural tensor P, via E1) = E =
P! — (1 — fo)L. In this connection, it is noted that the explicit expressions for the components of
the tensor P for the two types of periodic microstructures considered in this chapter are given in
Appendix 1.

Having specified the variable F(l)

tion of . With conditions (4.5) for the components (4.4) of L*, and making use of the identifications

, we next turn to determining F(l), also needed in the computa-

05 = Li111, U5 = Ligog, 05 = Ligyo, and £ = L7, 44, the equations (2.72) can be seen to reduce to 4
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consistent equations for the 4 components of F®O. These equations are more conveniently expressed

in terms of the variable Y:

Y=Q'R" (ﬁm . F) Q, (4.6)
which leads to the expressions:?
(Yn)2 +2f1iY12Yo1 =k,
(Y22)2 +2fY12Yo1 = ko,
(Y12)2 + (Y21)2 +2f3Y12Yo1 = ks,
Y11Yoo — Y12Yo1r = ky, (4.7)

where f1 = 0Li991/0L1111, f2 = 0L 991/0L3909, f3 = OLi991 /L7514, and

P (ﬁ, F(l)) | _OE" (ﬁ, 15(1)) ’

Jo OLt 1,
ko = % (D-F). 2?2; (D-F).
ky = % (ﬁ - F(l)) . 8‘22*12 (ﬁ _ F(l)) 7
ky = QLfo D-FY). ;L?; (D-F0). (4.8)

)

In relations (4.8), F(1) = QT R’ F(l)ﬁ and E* = (P*)~! — (1 — fo)L* with P* such that
Pijit = QunQjnQsp Qg Rir Ris Py (4.9)

have been introduced for ease of notation.

In spite of the fact that equations (4.7) are nonlinear, they can be solved in closed form to yield
two distinct solutions for Yj; and Yo and the combinations Yi2Ya; and (Yi2)? + (Y21)2. The two
solutions are as follows:

Yy, = 2f1ka + k1 T 2f1ka + k4 7
VA + Afiks + Ea VAfEksy + Afika +
YioYor = YiniYaor — ka, V5 + Y3 = ks — 2f3Y12Ya1, (4.10)

where it must be emphasized that the positive (and negative) signs must be chosen to go together
in the roots for Y71 and Yas.

Next, using the relation FO = R QYQT + F, each of the two distinct roots for Y may be
substituted into expression (2.65). The resulting relation forms a system of 4 nonlinear algebraic
equations for the 4 scalar unknowns L3111, L399, L1599, and Lis;5, which must be solved numerically.
It is worth mentioning that by exploiting the objectivity and isotropy of the Neo-Hookean stored-
energy function (4.1), the equations obtained from (2.65) may be finally cast into a rather simple
form. Having computed the values of all the components of L for a given initial porosity fq, given
material parameters ;o and x, and given loading F, the values of the components of F(l) and FY can

be readily determined using relations (2.70) and (4.10), respectively. In turn, these results may be

2Note that the algebraic system of equations (4.7) is mathematically equivalent to (3.8) (which appeared in the
context of the random, isotropic microstructure).
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used to compute the second-order estimate (2.69) for the effective stored-energy function W of the
porous elastomers. In this connection, it should be noted that, similar to the random case discussed
in the previous chapter, there is only one root, between the two possible choices in (4.10), that leads
to physically sound, superior estimates for . The criterion is as follows: (i) the “positive” (4) root
in (4.10) should be selected for deformations satisfying €; + e, < 0 ; (ii) the “negative” (—) root in
(4.10) should be selected for deformations satisfying €; + €5 > 0, where it is recalled that g; = In ;.
To conclude this section, it proves expedient for later use to write down the evolution of the
relevant microstructural variables in this problem. Thus, following Section 2.5, the current porosity
and current average aspect ratio of the underlying pores in the deformed configuration are given,

respectively, by: -2 "
f= %fo and w= f\\é) (4.11)

2

In these expressions, ng) and Xéz) denote the principal stretches associated with the average defor-

)

—(2
mation gradient tensor F( in the porous phase, which can be readily computed from knowledge of

F(l), by making use of the macroscopic average condition: F? =1 /fo(F — (1 — fo)F(l)).

4.1.2 Loss of strong ellipticity

As already stated in the preceding chapter, the general strong ellipticity condition (2.89) can be
written down more explicitly for the particular case of plane-strain deformations. Indeed, it can be
shown that, under plane-strain conditions, loss of strong ellipticity is first attained along a given

loading path (with origin at F = I) whenever the fourth-order polynomial equation:
N N\E . - N, -
det | Litg N, + (Litke + Li2k1)E + Liok2| =0 (4.12)

admits one or more real roots N1 /Ns. In this expression, it should be recalled that N7 and Ny denote
the direction cosines of the normal N to the characteristic direction in the undeformed configuration,
and that £ = 82W/ oF". Explicit (but cumbersome) conditions on the components of £ may be
written down in order for the quartic equation (4.12) to posses complex roots. However, in general,
it is simpler to determine the loss of strong ellipticity by monitoring the 4 roots of (4.12), which are
known in closed form, along the loading path of interest, and detecting at which point at least one
of these 4 roots becomes real.

For later use, it proves helpful to record here the simplification of condition (4.12) for the cases
in which the loading is aligned with the microstructure (i.e., for § = 0 and § = 7/2 in (4.2)). For
such cases, (4.12) can be shown to reduce to

4 2
L1 Loz (j&) + (/3111122222 + Lig12Lo121 — (21122 + 21221)2> <J]¥é>
+Lo222 L1212 = 0. (4.13)

Interestingly, the conditions on the components of L for (4.13) to have complex roots—as opposed
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to those needed for the more general polynomial (4.12)—are rather simple. They read as follows:

L1111 >0, Lo >0, L1212 >0, Lo21 >0, and

2111122222 + 2121222121 - (21122 + 21221)2 > 72\/21111222222121222121~
(4.14)

Note that conditions (4.14) are identical to those encountered for porous elastomers with random,
isotropic microstructures, given by (3.31) in Chapter 3. However, it should be remarked that while
the third and fourth conditions in (3.31) are equivalent to each other—due to the fact that for

isotropic materials /32121 = Elglg—the third and fourth conditions in (4.14) are not correlated.

4.2 Results for plane-strain loading: periodic porous elas-

tomers

In this section, the above-developed second-order estimates are compared with FEM calculations
for the effective stress-strain, the microstructure evolution, and the macroscopic stability of periodic
porous elastomers with compressible Neo-Hookean matrix phases subjected to various types of finite
plane-strain deformations. Special attention is given to hydrostatic and aligned (i.e., § = 0 in (4.2))
uniazial loading conditions, as well as to macroscopic failure surfaces—as determined by loss of
strong ellipticity—in both, strain and stress space. Results are given for u = 1, k = 10, and various
values of initial porosity fy, and are computed up to the point at which either the effective behavior
is found to lose strong ellipticity, or, alternatively, the porosity vanishes or percolation takes place.

The computation of the latter phenomenon is explained in Appendix II.

4.2.1 Hydrostatic loading

Figures 4.2 and 4.3 present comparisons between the second-order estimate (SOE) and FEM cal-
culations for the effective behavior of periodic porous elastomers subjected to in-plane hydrostatic
compression (A = Ay = A < 1). Figure 4.2 displays results for an initial square (SQ) arrangement
of pores with initial porosities of 10,20, 30, 40, and 50% as a function of the logarithmic strain
€ = In\, while Figure 4.3 displays corresponding results for an initial hexagonal (HX) arrange-
ment of pores with initial porosities of 10, 30, and 50%. Parts (a) show the macroscopic stress
S = OW JOF 1, = OW J0F 55 = OW /9F 33, and parts (b), the evolution of the porosity f.

The main observation from Figures 4.2 and 4.3 is that the second-order estimates are in excellent
agreement with the FEM results for all values of initial porosity fy considered. It is also interesting
to remark that both microgeometries, SQ and H X, lead to very similar results for the stress-strain
relations as well as for the evolution of the porosity. This suggests that the initial distribution
of pores does not play a major role in the overall behavior of porous elastomers. In fact, as it
will be shown more explicitly further below, this is partially true. More precisely, the initial pore

distribution will be shown to have a “mild” influence on the effective stress-strain response of porous
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Figure 4.2: Comparisons of the effective response, as predicted by the second-order estimate (SOE), with
FEM calculations of a porous elastomer with compressible Neo-Hookean matrix phase subjected to hydro-
static compression (A1 = A2 = A < 1). Results are shown for a periodic square (SQ) distribution of voids
and various values of initial porosity fo, as a function of the logarithmic strain € = In X. (a) The macroscopic
stress S = 8/W7/8F11 = 8/1/17/8?22 = 8/(/[7/8?33. (b) The evolution of the porosity f.

elastomers. However, it will be seen that it does play a major role in the development of instabilities
in these materials. Next, it is noted that—in accord with the results found in the preceding chapter
dealing with random, isotropic porous elastomers—the effective behavior of the porous elastomer is
softer for higher values of fy. Note further that the porosity decreases with increasing compressive
strain, which induces geometrical hardening on the overall response of the material. Finally, it should
be remarked that, both, the SOE and the FEM predictions lose strong ellipticity at finite levels of
compressive strain. A quantitative comparison between both these predictions will be carried out

at the end of this section.

4.2.2 Aligned uniaxial loading

Figure 4.4 provides comparisons between the second-order estimate (SOE) and FEM calculations for
the effective behavior of periodic porous elastomers subjected to aligned (6 = 0) uniaxial compression
(A2 = 1, A1 < 1). Results are shown for a square (SQ) arrangement of pores with initial porosities
of 10,20, 30, 40, and 50% as a function of the logarithmic strain &, = In ;. Part (a) shows the
macroscopic stress component Sy; = W /OF 11, and part (b), the stress component Spy = oW /OF 5.
As for the previous case dealing with hydrostatic compression, the second-order estimates are in
excellent agreement with the FEM results for all values of initial porosity fo considered. In addition,
and also similar to hydrostatic compression, the effective response of the porous elastomer is seen to
be softer for higher values of fy. Finally, note that the SOE and FEM results lose strong ellipticity
under uniaxial compression.

Figure 4.5 provides comparisons between the second-order estimate (SOE) and FEM calculations

for the evolution of the microstructural variables associated with the results shown in Figure 4.4.
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Figure 4.3: Comparisons of the effective response, as predicted by the second-order estimate (SOE), with
FEM calculations of a porous elastomer with compressible Neo-Hookean matrix phase subjected to hydro-
static compression (A1 = A2 = A < 1). Results are shown for a periodic hexagonal (HX) distribution of
voids and various values of initial porosity fo, as a function of the logarithmic strain @ = InX. (a) The
macroscopic stress S = 8/1/17/8?11 = 8/W7/8F22 = 8/1/17/8?33. (b) The evolution of the porosity f.

Part (a) shows the evolution of porosity f, and part (b), the evolution of the average aspect ratio
of the pores w. Again, note that the agreement between the SOE and FEM predictions is good,
especially for f. The SOE predictions for w tend to slightly overestimate the corresponding FEM
results. As expected on physical grounds, Figure 4.5(a) illustrates that the porosity decreases with
increasing compressive strain. In addition, it is seen from Figure 4.5(b) that the aspect ratio decreases
with the applied loading, which implies that the initially circular pores evolve—on average—into
elliptical pores with the semi-minor axes aligned with the direction of applied compression.

Figures 4.6 and 4.7 illustrate analogous results to those shown in Figures 4.4 and 4.5 for a
hexagonal (HX)—as opposed to square—arrangement of the pores. The agreement between the
SOE and FEM predictions is very good. This is particularly true for the two smallest initial porosities
(i.e., for fo = 10 and 30%). For fy, = 50%, the agreement is good but it gets worse progressively
with increasing compressive strain. This is consistent with the fact that the Hashin-Shtrikman
estimate (2.55) utilized in the computation of the second-order estimates is expected to become
more inaccurate for higher values of fy. Furthermore, as for the SQ microgeometry, the SOE and
FEM results shown in Figures 4.6 and 4.7 lose strong ellipticity. Finally, note that the HX results
shown in Figures 4.6 and 4.7 are very similar (quantitatively) to the corresponding SQ results shown
in Figures 4.4 and 4.5. This fact corroborates the above-stated remark that the initial distribution
of pores does not affect significantly the overall stress-strain relation and microstructural evolution
of porous elastomers.

In summary, the above results indicate that the second-order method provides remarkably ac-
curate estimates for the effective stress-strain relation and the microstructure evolution of periodic

porous elastomers with small to moderate levels of initial porosity. It should be noted, however, that
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Figure 4.4: Comparisons of the effective response, as predicted by the second-order estimate, with FEM
calculations of a porous elastomer with compressible Neo-Hookean matrix phase subjected to aligned uniaxial
compression (A1 = X, A2 = 1, § = 0). Results are shown for a periodic square (SQ) distribution of voids and
various values of initial porosity fo, as a function of the logarithmic strain € = InX. (a) The macroscopic
stress S11 = 8/(/[7/8?11. (b) The macroscopic stress Soo = 8/I/I7/8f22.

all the results presented above correspond to compressive deformations, under which the porosity
decreases. As explained in Section 2.5.1, this has the direct implication that the (Hashin-Shtrikman-
type) second-order estimates become more accurate with the applied deformation. Comparisons be-
tween the SOE predictions and FEM calculations for tensile deformation—under which the porosity
increases—have been also carried out, but the results will not be included here for brevity. For
such tensile deformations, the SOE results compare well with the FEM calculations for small to
moderate deformations, but, as expected, they deteriorate significantly for very large deformations,
when the porosity reaches values near percolation. In this regard, it should be re-emphasized that
this failure is due to the use of the HS estimates (2.55) for the LCC, and not to the second-order
method itself. As pointed out in Section 2.5.1, this problem could be circumvented by using a more

accurate estimate for the effective behavior of the linear comparison composite.

4.2.3 Failure surfaces

This subsection presents results for the macroscopic onset-of-failure surfaces (Triantafyllidis et al.,
2006)—as determined by loss of strong ellipticity—for the class of periodic porous elastomers under
consideration in this chapter. Results are provided in both, strain and stress space. In addition,
special attention is given to aligned (i.e., & = 0) loading conditions, but some representative results
are also presented for “misaligned” deformations (i.e., 6 # 0).

Figure 4.8 illustrates the macroscopic failure surfaces, as determined by the second-order esti-
mate (SOE) and FEM calculations, for a porous elastomer with an initially periodic square (SQ)
distribution of circular voids and initial porosities of fo = 10, 30, and 50%. The results correspond

to aligned (i.e., @ = 0) plane-strain deformations. Part (a) shows failure surfaces in the III-quadrant
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Figure 4.5: Aligned uniaxial compression (A\; = A, A2 = 1, 8 = 0) of a porous elastomer with compressible
Neo-Hookean matrix phase and various values of initial porosity fo. The results are shown for a periodic
square (SQ) distribution of voids, as a function of the logarithmic strain € = In A. Comparisons between the
second-order estimates and FEM calculations for (a) the evolution of the porosity f; and (b) the evolution
of the average aspect ratio of the pores w.

(i.e., 81 < 0 and e < 0) in strain space, and part (b), the corresponding failure surfaces in stress
space. First, it is observed from Figure 4.8 that the SOE predictions are in remarkably good agree-
ment with the FEM results near hydrostatic compression (i.e., near €s = € ), especially for f, = 10
and 30%. For the remaining loadings in the ITI-quadrant, the agreement between the SOE and
FEM results remains excellent for the case of fo = 30% but deteriorates considerably for fy = 10%.
For fo = 50%, the SOE predictions can be seen to be qualitatively identical to the corresponding
FEM results, but quantitatively more stable—in the sense that the SOE onset of instability occurs
at larger compressive strains and stresses. Interestingly, the FEM results shown in Figure 4.8(a)
indicate that the porous elastomer with fo = 10% is more unstable than the one with fy = 30% near
hydrostatic compression in strain space (since loss of strong ellipticity occurs at smaller compressive
strains). For loadings near uniaxial compression (i.e., near €, = 0 and ey = 0), higher values of
fo lead consistently to a more unstable behavior. In contrast, Figure 4.8(b) shows that in stress
space, higher values of initial porosity systematically lead to more unstable behavior, regardless of
the loading conditions.

Figure 4.9 provides analogous results to those given in Figure 4.8 for a hexagonal (HX)—as
opposed to square—distribution of pores. In this case, the comparisons between the SOE predictions
and the FEM calculations are less favorable than those found in Figure 4.8 (for the square pore
distribution). The reasons for this disparity are not entirely clear, but they might be associated
with the fact that certain shear moduli of the HS estimate (2.55) turn out to be less accurate for the
hexagonal distribution than for the square one. In any case, the SOE predictions are qualitatively
similar to the FEM results. In quantitative terms, it is seen that the second-order estimates lose

strong ellipticity at larger compressive strains and stresses. Interestingly, Figure 4.9(a) shows that
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Figure 4.6: Comparisons of the effective response, as predicted by the second-order estimate, with FEM
calculations of a porous elastomer with compressible Neo-Hookean matrix phase subjected to aligned uniaxial
compression (A1 = X, A2 = 1, § = 0). Results are shown for a periodic hexagonal (HX) distribution of voids
and various values of the initial porosity fo as a function of the logarithmic strain @ = InX. (a) The
macroscopic stress Si1 = 8/1/[7/ OF11. (b) The macroscopic stress oo = 8/1/[7/ OF 25.

both, the SOE and FEM results, indicate that the porous elastomer is more stable with increasing
initial porosity in strain space, provided that fo < 50%. In stress space, on the other hand, the porous
elastomer is seen to be more unstable—systematically—for higher values of fy. Thus, combining this
result together with the corresponding results shown in Figures 4.8 (for square pore distribution)
and 3.8 (for random, isotropic distribution), we conclude that, regardless of the initial distributions
of the pores, porous elastomers are more unstable in stress space—in the sense that they lose of
strong ellipticity at smaller stresses—for higher values of initial porosity fy. In contrast, in strain
space, there is no such monotonicity and the trend followed by the failures surfaces with increasing
fo depends very critically on the initial distribution of pores. In particular, the results presented
here suggest that as the distribution of the pores tends to be more random and isotropic (i.e.,
SQ — HX — random), the porous elastomer tends to lose strong ellipticity at larger strains for

higher values of initial porosity.
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Figure 4.7: Aligned uniaxial compression (A1 = A, A2 = 1, § = 0) of a porous elastomer with compressible
Neo-Hookean matrix phase and various values of initial porosity fo. The results are shown for a periodic
hexagonal (HX) distribution of voids as a function of the logarithmic strain € = In \. Comparisons between
the second-order estimates and FEM calculations for (a) the evolution of the porosity f; and (b) the evolution
of the average aspect ratio of the pores w.
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Figure 4.8: Macroscopic onset-of-failure surface, as determined by the loss of strong ellipticity of the second-
order estimate and FEM calculations, for a porous elastomer with periodic square (SQ) arrangement of voids
and compressible Neo-Hookean matrix phase. (a) The results in the €;-€2 plane in strain space; and (b) the
corresponding results in stress space.
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Figure 4.9: Macroscopic onset-of-failure surface, as determined by the loss of strong ellipticity of the second-
order estimate and FEM calculations, for a porous elastomer with periodic hexagonal (HX) arrangement of
voids and compressible Neo-Hookean matrix phase. (a) The results in the €,—€2 plane in strain space; and
(b), the corresponding results in stress space.
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Figure 4.10: Macroscopic onset-of-failure surface, as determined by the loss of strong ellipticity of the
second-order estimate and FEM calculations, for a porous elastomer with periodic square (SQ) arrangement
of voids and compressible Neo-Hookean matrix phase. The results are shown in principal strain space e1—eés.
The onset of percolation, as predicted by the second-order estimate, has also been included in the figure for
completeness.
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Figure 4.11: Macroscopic onset-of-failure surface, as determined by the loss of strong ellipticity of the
second-order estimate, for a porous elastomer with periodic hexagonal (HX) arrangement of voids and
compressible Neo-Hookean matrix phase. The results are shown in principal strain space €;—€2. The onset

of percolation and pore closure, as predicted by the second-order estimate, have also been included in the
figure for completeness.

Figure 4.10 illustrates the macroscopic failure surfaces, as determined by the second-order esti-
mate (SOE) and FEM calculations, for a porous elastomer with an initially periodic square (SQ)
distribution of circular voids and initial porosity of fo = 20%. The results correspond to aligned
(i.e., @ = 0) plane-strain deformations and are displayed in the entire strain space. The onset of
percolation (dotted line), as predicted by the second-order estimate (see Appendix II), has also
been included in the figure for completeness. The main observation from Figure 4.10 is the overall
excellent agreement between the SOE and the FEM results, even at extremely large deformations
(recall that €; are logarithmic strains). The sole region that the second-order estimates fail to predict

accurately corresponds to loadings near hydrostatic tension (i.e., near € = €3 > 0). This is due to
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Figure 4.12: Macroscopic onset-of-failure surface, as determined by the loss of strong ellipticity of the
second-order estimate, for a porous elastomer with random, isotropic distribution of voids and compressible
Neo-Hookean matrix phase. The results are shown in principal strain space €;—€2. The boundary at which
the porosity vanishes, as predicted by the second-order estimate, has also been included in the figure for
completeness.

the fact that for hydrostatic tensile deformations the porosity increases the fastest and hence—as
already remarked above—the use of the HS estimate (2.55) for the linear comparison composite
problem result in inaccurate second-order estimates. Another important observation from Figure
4.10 is that loss of strong ellipticity is more susceptible to occur under compressive strains.

Figure 4.11 provides analogous results to those shown by Figure 4.10 for an initially hezago-
nal (HX) distribution of pores. Unfortunately, no FEM results were available for this case, and
hence attention has been restricted to second-order estimates. First, note that the results shown in
Figure 4.11 are not symmetric around the line &, = €;. The reasons for this asymmetry are due
the evolution of the underlying microstructure. To be precise, the porous elastomer with hexag-
onal microgeometry considered here is isotropic in the small deformation regime, but because the
underlying microstructure itself is not isotropic, different loading conditions lead to different mi-
crostructure evolutions, which, in turn, lead to overall anisotropic behavior, as manifested in Figure
4.11. Interestingly, Figure 4.11 also indicates that porous elastomers with H X pore distribution are
more stable than those with SQ distribution (see Figure 4.10).

To try to complete the understanding of the effect of the initial distribution of pores on the
onset-of-failure surfaces of porous elastomers, Figure 4.12 illustrates the corresponding results to
those shown in Figures 4.10 and 4.11 for an initially random, isotropic distribution of pores. (Note
that the results shown in Figure 4.12 correspond to a compressible Neo-Hookean matrix phase
(with k = 10), whereas the results given in Figure 3.8 in the preceding chapter correspond to an
incompressible matrix phase (with Kk = 00).) An important conclusion to be drawn from Figure
4.12 is that loss of strong ellipticity persists even when the microstructure is random. In addition,
the results shown in Figure 4.12 also confirm the tendency of porous elastomers to be more stable
whenever the periodicity of the microstructure is broken down.

All the results up to this point have been concerned with loading conditions where the macro-

scopic Lagrangian principal axes are coaxial with the axes of orthotropy (6 = 0) of the material. In
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Figure 4.13: Loading orientation influence on the macroscopic onset-of-failure surfaces, in principal loga-
rithmic strain space, for a Neo-Hookean elastomer with an initial square (SQ) distribution of pores subjected
to macroscopic loadings that are aligned (§ = 0) and at an angle (§ = 10°) with respect to the principal
axes of the microstructure.

order to acquire a representative notion of the effect of loading orientation on the development of
instabilities in porous elastomers, Figure 4.13 compares the macroscopic failure surfaces for macro-
scopic loadings with principal strain axes aligned (# = 0) and at an angle (f = 10°) with respect
to the initial axes of orthotropy. The results correspond to a porous elastomer with Neo-Hookean
matrix phase, an initially periodic square (SQ) distribution of circular voids, and initial poros-
ity of fo = 20%. The onset of pore closure and of percolation (dotted line), as predicted by the
second-order estimate, have also been included in the figure for completeness.

Note that outside the biaxial compression range (III-quadrant), a slight change in the orientation
of the loading has a very significant effect on the stability of the porous elastomer. In particular,
the loss of strong ellipticity in the II and IV quadrant almost disappears, leading to a more stable
behavior. On the other hand, in the III-quadrant, the change in the orientation of the loading

appears to have no effect on the development of instabilities.

4.3 Concluding remarks

In this chapter, second-order estimates have been generated and compared with FEM calculations
for the in-plane effective behavior of porous elastomers with two types of periodic microstructures
subjected to finite deformations.

The second-order estimates have been shown to compare remarkably well—qualitatively as well
as quantitatively—with the FEM results not only for the effective stress-strain relation of porous
elastomers under various types of loading conditions, but also for the evolution of the underlying
microstructure, as well as the development of macroscopic instabilities in these materials. In view
of the strong geometric and constitutive nonlinearities inherent in the problem, this, indeed, is a
remarkable result. Further, it indicates that the proposed second-order method proves extremely

promising as a first order approximation for modeling the complex behavior of elastomeric composites
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in general.

The second main conclusion of this chapter is that while the initial distribution of pores plays
a minor role in the overall stress-strain relations of porous elastomers, it does have, however, a
dramatic influence on the development of macroscopic instabilities in these materials. In particular,
it has been shown that as the periodicity of the microstructure is broken down, the stability of
porous elastomers improves. This is consistent with the fact that by breaking down the periodicity
of the system, we are effectively reducing the number of symmetries that can be broken, and, hence,

reducing the number of potential instabilities that might develop.
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4.4 Appendix I. Expressions for the microstructural tensor

P

In this appendix, we provide explicit expressions for the in-plane components of the tensor P, which
serves to characterize the two types of microstructures (in the reference configuration) considered in
this work: (i) periodic square, and (ii) periodic hexagonal distribution of aligned cylindrical pores

with initial circular cross section.

Periodic square distribution

The microstructural tensor P for the square distribution of cylindrical fibers with circular cross

section may be written as (see Suquet, 1990):

oo ke 7 (2VahoVi? + )

Pijkl = m p;oo q;oo (Lzmkn gm gn) gj gl p2 T q2 ) (415)
—{p=q=0}

where & = p, & = ¢, and J;(-) is the Bessel function of first kind.

Periodic hexagonal distribution

The microstructural tensor P for the hexagonal distribution of cylindrical fibers with circular cross

section may be written as (see Suquet, 1990):

s ms s ()
ijkl*m Z Z ( imkngmgn) fj& p2 —pqg+qg?

pP=—00 g=—00
—{p=q=0}

. (4.16)

where & = p, & = /3/3(2¢ — p), and J;(-) is the Bessel function of first kind.

4.5 Appendix II. Onset of percolation

In this appendix, we provide explicit conditions, in terms of the current porosity f and current
average aspect ratio w, under which the underlying pores in the type of porous elastomers considered
in this chapter first come in contact when subjected to aligned loading conditions (i.e., for § = 0 and
0 = /2 in (4.2)). In this connection, it should be recalled from Section 2.5.1 that, in general, the
Hashin-Shtrikman-type second-order estimates (2.69) utilized here are expected to become unsound
before percolation actually takes place. However, it is not difficult to check that, for periodic square
and hexagonal microgeometries (see Fig. 4.1) and aligned loading conditions, percolation coincides

identically with the limit of validity of the second-order estimates.

Periodic square distribution

Percolation, as predicted by the HS-type second-order estimates, in porous elastomers with the

periodic square microgeometry subjected to aligned loading conditions first takes place whenever
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one of the following equalities holds:

T A Tw A
0 =755 (ii) f = {X—j. (4.17)

For clarity, it is recalled here that w = X?) /Xf), where XEQ) (i = 1,2) denote the principal stretches
associated with F(Q). It is interesting to note that in the undeformed configuration (i.e., for \; =
A2 = 1) w = 1 and percolation occurs at a porosity of f = fo = m/4 (which agrees with the eract

result).

Periodic hexagonal distribution

Percolation, as predicted by the HS-type second-order estimates, in porous elastomers with the
periodic hexagonal microgeometry subjected to aligned loading conditions first takes place whenever
one of the following equalities holds:

0= F=2e = (3”§2+il°") (4.18)
where w is defined as above. Similar to the previous case, it is noted that in the undeformed
configuration percolation take place at a porosity of f = fo = m/(2v/3) (which agrees with the ezact

result).
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Chapter 5

Porous elastomers: spherical voids

The preceding two chapters, Chapters 3 and 4, have provided much insight regarding the overall be-
havior of porous elastomers subjected to finite deformations. Indeed, even though two-dimensional
(2D), the applications presented in those chapters were general enough as to contain all the essential
features concerning porous elastomers, including the subtle interplay between the evolution of the
underlying microstructure and the effective behavior and stability of these materials. The results
presented in Chapters 3 and 4 have also served to establish the accuracy of the second-order homog-
enization method, which has been shown to deliver accurate estimates not only for the macroscopic
constitutive behavior, but also for the more sensitive information on the possible development of
macroscopic instabilities in porous elastomers with random and periodic microstructures. These en-
couraging results for 2D microstructures strongly suggest that the second-order theory should also
be able to deliver accurate estimates for the effective behavior, as well as for the onset of macroscopic
instabilities, of porous elastomers with more realistic, three-dimensional (3D) microstructures. The
objective of this chapter pertains precisely to the application of the second-order homogenization
method to porous elastomers consisting of random and isotropic distribution of polydisperse pores in
an isotropic, elastomeric matrix phase. This microstructure—though idealized—can be considered
as a fair approximation to actual microstructures in real porous elastomers. In this connection, it
should be remarked that while for 3D periodic microstructures results can be computed numeri-
cally (in spite of intensive computations), for the random case this approach would be exceedingly
intensive from a computational point of view, and the analytical approach proposed here—though

approximate—is perhaps more appropriate.

5.1 Overall behavior of isotropic porous elastomers

In this chapter, we make use of the second-order estimate (2.69) to develop a homogenization-based
constitutive model for the effective mechanical response of isotropic porous elastomers subjected
to finite deformations. More specifically, the type of porous elastomers of interest are made up of
initially spherical, polydisperse, vacuous inclusions distributed randomly and isotropically—in the

undeformed configuration—in an isotropic elastomeric matrix. In particular, following Section 2.1.3,
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the elastomeric matrix phase is taken to be characterized by stored-energy functions of the form:
W(F) = W(E) = g(1) + h(J) + 5(J = 1)?, (5.1)

where the superscript “(1)” has been dropped for ease of notation, and it is recalled that g and h are
material functions of their arguments: I = A2 + A3 + A2, J = A\;A\2)3. Furthermore, x denotes the
three-dimensional bulk modulus of the material at zero strain. The analysis to be developed below
will be carried out for general stored-energy functions of the form (5.1). However, for definiteness,
results will be illustrated for porous elastomers with specific matrix phases. In particular, we will
make use of the three dimensional version of the Gent material (3.2) utilized in Chapter 3, which

can be written as:

Im I-3 Im +3
W(F)=— 2Hln[1—J}—uan—|—<g— 3J+ u) (J—1)>%. (5.2)

In this expression, it is recalled that u denotes the shear modulus of the material at zero strain

and the parameter J,,, indicates the limiting value for I — 3 at which the elastomer locks up. Note
that the stored-energy function (5.2) is strongly elliptic for all deformations provided that p > 0,
Jm >0, and k > 2u/J,, + 2/3u, which will be assumed here. Note further that upon taking the

limit J,,, — oo in (5.2), the Gent material reduces to the compressible Neo-Hookean solid:

W(F):g(ffs)fﬂlnu(gfg)uq)?. (5.3)

Moreover, in order to recover incompressible behavior in (5.2), it suffices to take the limit xk — oo,

in which case (5.2) reduces to:

W (F) = _%m [1 - Ij_m?’} : (5.4)

together with the incompressibility constraint J = 1.
By virtue of the overall objectivity and isotropy of the porous elastomers at hand, it suffices to
confine attention to diagonal pure stretch loadings. Thus, making contact with the decompositions

F=RUand U= QﬁQT used in the context of expression (2.66), this implies that:
F =D =diag(A;,\2,A3) and R=Q=1, (5.5)

where A1, A2, A3 denote the principal stretches of the right stretch tensor U.

Having specified the initial microstructure, the constitutive behavior for the elastomeric matrix
phase, and the loading conditions, we next spell out the specialization of the second-order estimates
(2.69) to the class of porous elastomers of interest in this chapter. Before proceeding with the second-
order estimates, however, it proves useful, for comparison purposes, to recall earlier estimates for
the effective behavior of porous elastomers. For clarity, this will be done only in the context of Gent

matrix phases (5.2) and (5.4) (and not more generally for stored-energy functions (5.1)).

5.1.1 Earlier estimates
Voigt bound

As pointed out in Chapters 1 and 2, there are very few homogenization-based estimates for the

effective behavior of porous elastomers subjected to finite deformations. The most basic one is the
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Voigt upper bound due to Ogden (1978). When specialized to porous elastomers with initial porosity
fo and Gent matrix phases of the form (5.2), this bound leads to:

W) = 00, N, Ns) :(ﬁ—UT@”mP—{;ﬂ+umJ
(-5 -] o

where T = tr(FTF) = Xf + X; + XZ), and J = detF = A X2A3 stand for, respectively, the first
and third invariants associated with the macroscopic deformation gradient tensor F. The rigorous
upper bound (5.6) depends only on the initial value of the porosity, fo, and contains no dependence
on higher-order statistical information about the microstructure. Moreover, in the limit when the
elastomeric matrix phase becomes incompressible (i.e., for K — 00), expression (5.6) can be seen to
become infinite for all deformations, except for isochoric loading paths (i.e., for loading paths with

J = 1), for which it reduces to:

— o~ I I1-3

WI(F) = (X1, A2, As) = (fo — 1)TM In {1 - J} : (5.7)
In other words, the Voigt bound suggests that a porous elastomer with incompressible matrix phase is
itself incompressible, which is in contradiction with experimental evidence. Finally, it is interesting
to remark that—also in disagreement with experience—the Voigt bounds (5.6) and (5.7) remain
strongly elliptic for all deformations, provided that p > 0, J,, > 0, and & > 2u/Jp, + 2/3p, which

has been assumed here.

Hashin estimate

In addition, an eract result has been given by Hashin (1985) for hydrostatic loading (A1 = Ay =
A3 = A) of porous elastomers with incompressible, isotropic matrix phase and the Composite Sphere
Assemblage (CSA) microstructure (Hashin, 1962). When specialized to porous elastomers with
incompressible Gent matrix phases of the form (5.4), the result reads as follows:
1
WIF) = /(%) = —SJT“ / In [1 - IJ_?)] R2dR, (5.8)

1/3
0

where I = 2\2 4+ X% with A = (1+ (Xg —1)/R3)Y/3. The integral (5.8) can be computed analytically,
but the final expression is too cumbersome to be included here. Instead, for illustrative purposes, we
include the specialization of (5.8) to the simpler, limiting case of Neo-Hookean matrix phase (i.e.,

I — 00):
WE) = P (1 X o R )

~2f, P+ fo - 1)27). (5.9)

The Danielsson-Parks-Boyce model

Finally, Danielsson et al. (2004) have recently provided a model, henceforth referred to as the

DPB model, for isotropic porous elastomers with incompressible, isotropic matrix phases. When
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specialized to porous elastomers with incompressible Gent matrix phases of the form (5.4), the DPB

estimate reads as follows:

1 27w
W(F) = 73‘?”“ / //m {1 - } R? sin© dO dV dR. (5.10)
T
f&/fﬁ 0 0
In this expression,
_ 1 o7 . L (y2v2  y2yv2 . 2y2) (L 2
I= S {7# I+ e (/\le + A X3 —|-/\3X3) i ) (5.11)

where T and J have already been defined above, ¢ = (14 (J — 1)/R?)/3, and X; = Rsin©sin ¥,
Xo = RsinOcos ¥, and X3 = Rcos®. In the limiting case of Neo-Hookean matrix phases (i.e.,
Jm — 00), it is possible to integrate (5.10) in closed form. Following Danielsson et al. (2004)

(Section 3.2), the corresponding final expression can be written as follows:

W (F) = g (2 - % - W) = g(l — fo)us (5.12)
where n =1+ (J — 1)/ fo.

At this point, it is important to remark that the DPB model is in fact a generalization of both, the
Voigt bound and the Hashin estimate, in the sense that it reduces to the Voigt bound for isochoric
deformations and it recovers Hashin’s exact solution for hydrostatic loading. This can be verified
directly from relation (5.10). Indeed, it is easy to check that for J = MA2)s = 1, the DPB estimate
(5.10) reduces to the Voigt bound (5.7), and for A\; = Ao = A3 = A, to the Hashin estimate (5.8). For
more general loadings, the DPB estimate can be shown to be actually a rigorous upper bound for
porous elastomers with incompressible matrix phases and the Composite Sphere Assemblage (CSA)
microstructure. The reasons for this result rely on the fact that the DPB model is constructed
by making use of a kinematically admissible field in a spherical volume element (Danielsson et al.,
2004). Then, by well known arguments (Hashin, 1962; Herve et al., 1991), it follows that the
resulting estimate is an upper bound for porous elastomers with the CSA microstructure, much like
the Gurson model (Gurson, 1977) is an upper bound for porous metals with ideally plastic matrix
phase and the CSA microstructure. In conclusion, the DPB model is expected to be too “stiff”—
given that it is an upper bound for the CSA microstructure—for general loading conditions, with
the exception of hydrostatic loading, for which it should be very accurate (in fact, it is exact for the

CSA microstructure).

5.1.2 Second-order homogenization estimates
Compressible matrix

In this subsection, we specialize the second-order estimate (2.69) for the effective stored-energy func-
tion W to porous elastomers with initial porosity fy and compressible, isotropic, elastomeric matrix
phase characterized by the stored-energy function (5.1). In addition, we spell out the expressions for

the evolution of the associated microstructural variables. The detailed derivation of the results is
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given in Appendix I, but the final expression for the effective stored-energy function may be written

as:
W(E) = &2, Ns)
= (1= fo) [oID) + BID) + SO - 1)2
—(ﬂP—Al)fmm1+Eaﬂg+mJ—nXX)

>/ \

291>\2 + hJ/\l)\g + (7 - 1)X

3)

253 + e + k(T — 1)X1X2)} , (5.13)
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where g; = g7(I), hy = hy(J) have been introduced for convenience, and it is recalled that I =
X1+ Ay + Ag, and T = A Ao -

Further, in the estimate (5.13), the variables )\(11), /\;1)7 )\;1), wh1ch correspond to the principal
stretches associated with the phase average deformation gradient F deﬁned by expression (2.70),
are given explicitly by expression (5.31) in Appendix I. They depend ultimately on the applied
loading, A1, Ao, A3, the initial porosity, fo, the constitutive functions, g, h, s, characterizing the
elastomeric matrix phase, as well as on the 7 variables £} (o = 1,2,...,7) that are the solution of
the nonlinear system of equations (5.36) in Appendix I. Similarly, the variables Fl(ll)7 F2(21)7 13‘3(?,
given explicitly by (5.34), as well as the variables IMW and j(l), given explicitly by (5.38), can be
seen to depend ultimately on the applied loading, A1, A2, A3, the initial porosity, fo, the constitutive
functions, g, h, k, and the 7 variables ¢} (oo =1,2,...,7).

Thus, in essence, the computation of the second-order estimate (5.13) amounts to solving a
system of 7 nonlinear, algebraic equations—provided by relations (5.36). In general, these equations
must be solved numerically, but, depending on the functional character of g and h, and the applied
loading conditions, possible simplifications may be carried out.

Next, we spell out the expressions for the evolution of the relevant microstructural variables
associated with the second-order estimate (5.13). To this end, recall from Section 2.5 that the
appropriate microstructural variables in the present context are the current porosity, f, the current
average aspect ratios, wi, ws, and the current orientation of the underlying voids in the deformed
configuration—as determined from the average deformation gradient in the porous phase F(Q), by
means of the tensor Z = F(Z)_l defined by (2.84). (No reference is made here to the evolution of the
distribution of pores, since it is assumed to be controlled by the applied macroscopic deformation
F.) Recall as well that, by employing overall objectivity and isotropy arguments, attention has
been restricted (without loss of generality) to diagonal loadings (5.5). It then follows that within
the framework of the second-order estimate (5.13), the current porosity and current average aspect

ratios of the voids in the deformed configuration are given, respectively, by:

PYRSYEITR
=== fo,

f= (5.14)

and

(5.15)
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where X?) =N -1~ fo)xgl))/fo (1 = 1,2, 3) denote the principal stretches associated with F

and the variables XEI) are given by expression (5.31) in Appendix I. In the context of relations (5.14)
and (5.15), it is important to recognize that XZ@) (i = 1,2,3) depend ultimately on the same variables
that the stored-energy function (5.13).

Finally, it remains to point out that under the applied, diagonal, loading conditions (5.5), the
average orientation of the pores does not evolve with the deformation, but instead it remains fixed.
In this connection, it is important to remark that in the present context the average deformation
gradient in the pores, F@), can be shown to be an objective and isotropic tensor function of the ap-
plied deformation gradient F (i.e., F? (KFK/) = KF(Q)(
second-order tensors K, K/). As aresult, from the general loading F = EQﬁQT used in the context
of expression (2.66), it follows that F(Z)(F) = EQFQ) (D) QT. In turn, it follows that the tensor
ZTZ in (2.84) can be simply written as Z7Z — H A HY, where 4 — diag(0> 32 3P )

in the frame of reference of choice and H = R Q. In essence, this result reveals that for a general

F) K for all F, and all proper, orthogonal,

applied deformation F, the current, average orientation of the pores is characterized explicitly by
H = RQ, where it is recalled that R is the macroscopic rotation tensor in the polar decompo-
sition of F, and Q is the proper-orthogonal, second-order tensor describing the orientation of the

macroscopic Lagrangian principal axes.

Incompressible matrix

As already stated through this work, elastomers are known to be essentially incompressible, since
they usually exhibit a ratio between the bulk and shear moduli of the order of 10*. Accordingly,
it is of practical interest to generate estimates for the effective behavior of porous elastomers with
incompressible matrix phases. This can be efficiently accomplished by taking the limit x — oo in the
second-order estimate (5.13). The corresponding asymptotic analysis has been included in Appendix
II, but the final result for the effective stored-energy function W for the class of porous elastomers
considered in this work, with elastomeric matrix phase characterized by the stored-energy function

(5.1) (with kK = 00), reduces to the form:
/WI(F) =T\, 2o, ) = (1 — fo)g(I D), (5.16)

where 1) s given by expression (5.52) in Appendix II. Here, it should be emphasized that Im
depends ultimately on the applied loading, A1, A2, A3, the initial porosity, fy, the constitutive
function, g, as well as on the 7 variables u, (@ =1,2,...,7) defined by (5.50), that are the solution
of the system of 7 nonlinear equations formed by relations (5.47) and (5.48) in Appendix II. Thus,
similar to its compressible counterpart (5.13), the computation of the second-order estimate (5.16) for
the effective stored-energy function of porous elastomers with incompressible matrix phases amounts
to solving a system of 7 nonlinear, algebraic equations.

In general, it is not possible to solve these equations in closed form. However, for certain applied

deformations, the estimate (5.16) may be written down more explicitly. For instance, for the case
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of hydrostatic loading A\; = Ay = A3 = ), the expression (5.52) for IM can be shown to simplify to:

% {w fo—6ufoX (X = 1) + @+ ) X (3 - 1)1

JO -
3u? fo ’

(5.17)
where the variable u satisfies the following condition:

2 fodud — 27 N w2 + 9 (fo — 1)/ Fo (X3 - 1) Nou -

(\/]T0 - 1)2 (2 + \/fT)) (XB - 1)2X6 ~0. (5.18)

Of course, the solution to the cubic equation (5.18) may be worked out in closed form. However, for
all practical purposes, it is simpler to solve (5.18) numerically. In this regard, it is emphasized that
only 1 of the 3 roots! of (5.18) leads to the correct linearized behavior; hence, this is the root that
should be selected.

We conclude this subsection by noticing that expressions (5.14) and (5.15) continue to apply for
determining the current porosity, f, and the current aspect ratios, wy, ws, of the underlying voids
in porous elastomers with incompressible matrix phases, provided that the leading-order terms in
expression (5.42) in Appendix I be used for the stretches XZ(.I) (¢ =1,2,3). In this light, f, w1, wa,

are seen to depend ultimately on the same variables as the effective stored-energy function (5.16).

5.1.3 Small-strain elastic moduli

In the limit of small strains, the estimates (5.13) and (5.16) linearize properly, and therefore recover
the classical Hashin-Shtrikman (HS) upper bounds for the effective shear and bulk moduli of the
composite. To be precise, the estimate (5.13) with compressible matrix phases linearizes to W(F) =
1/2(k — 2/30)(tr€)? + [itrg® + o(2®), as F — I, where € = 1(F + F - 2I) is the macroscopic,
infinitesimal strain tensor, and

~ (1= fo)(9r + 8u)p = 4(1 — fo)ru
B =01 6f0)r + 42+ 3fo)u 3for + 4p

(5.19)

are the effective shear and bulk moduli, respectively. Similarly, the estimate (5.16) with incom-
pressible matrix phases linearizes to W/ (F) = 1/2(r! — 2/3a") (tr8)% + altr&? + 0o(8%), as F — 1,
where

~r_3d—fo) 41— fo)

_ T Cr ) 5.20
PR T T T (5.20)

It should be recalled that the HS effective moduli (5.19) and (5.20) are actually ezact results in the
limit of dilute concentration of spherical voids (i.e., for fo — 0). Moreover, the effective moduli
(5.19) and (5.20) are known to correlate well with experimental results for the elastic constants
of isotropic porous rubbers with small and moderate initial porosities (see, e.g., O’Rourke et al.
(1997)).

IThe correct root linearizes as u = 1 + (1 4 3fo)/fo(A — 1) + O(X — 1)2.
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5.1.4 Exact evolution of porosity

For later use, we recall that for porous elastomers with incompressible matrix phase, it is possible
to compute—from a simple kinematical argument—the exact evolution of the porosity in terms of
the applied macroscopic deformation. The result—already stated in Chapter 3—is repeated here for

convenience:
1 — fo
detF -

In contrast to its two-dimensional counterpart (3.12);, the specialization of the second-order estimate

f=1- (5.21)

(5.14) for f to porous elastomers with incompressible matrix phases does not recover the exact result
(5.21). Nonetheless, expression (5.14), when specialized to incompressible matrix phases, can be
shown to be exact up to second order in the strain (i.e., up to O(g%)). For larger finite deformations,
as shown in the results section, relation (5.14) provides estimates that are in very good agreement
with the exact result (5.21), except for the limiting case of large hydrostatic tension together with

small initial porosities.

5.1.5 Loss of strong ellipticity

In general, the detection of loss of strong ellipticity in three dimensions requires a tedious, but
straightforward, scanning process (i.e., a numerical search of unit vectors N and m for which condi-
tion (2.89) ceases to hold true). Incidentally, for the particular case when Wis objective and isotropic
(i.e., /VV(Q/FQ) = W(F) for all F, and all proper, orthogonal, second-order tensors 6/, Q), it is
possible to write necessary and sufficient conditions for the strong ellipticity of /W(F) = @(Xl , A2, A3)
exclusively in terms of the material properties (i.e., in terms of the components of £). These con-
ditions, first provided in 3 dimensions by Simpson and Spector (1983) (see also Zee and Sternberg,
1983 and Dacorogna, 2001), may be written as follows:

-~

Lii >0, 1=1,2,3, (522)

~

£ijij >0, 1<i<yj<3, (523)

~

~ o~ ~ ~ 2 ~ ~
Liiiljjsi+ Lo — (Eiijj + Cijji) + 2Lijij\/ Liwiilyjj; >0, 1<i<j<3,

(5.24)
and either
mis Lamsa + mi Loz + m3s \/21111 + \/511112222223333 >0 (5.25)
or
det M° >0 (5.26)
where M?¢ = (mfj) is symmetric and
Enu if 1=
mi=N g Z 7 e (5.27)
Lijiz + 0:6; ( iiji + Eijji) if i#£j

for any choice of ¢; € {£1}.



5. Porous elastomers: spherical voids 107

Here,
Lijij = /\flAj (Azgi _j§i> i # J,
Lijji = AflAf (Ajgi Aié)i) i # 7, (5.28)

(i, = 1,2,3) are the components of the effective incremental elastic modulus L written with respect
to the macroscopic Lagrangian principal axis (i.e., the principal axis of U). Note that for loadings
with A\; = A; (i # j), suitable limits must be taken for the shear components in (5.28), namely,

equations (5.28)—(5.28)3 reduce to

a 1~ 5 100\
Lijij = 3 (ﬁim‘ — Liijj + 23)\1> i # 7,
~ 1~ s 1 69 o
Lijji = 3 (ﬁiiii = Liijj — 28&> i # 7, (5.29)

respectively. Furthermore, note that there are 3 conditions in (5.22), 3 in (5.23), 3 in (5.24), and,
due to all possible signs, 4 in (5.25) or in (5.26). Thus, there is a total of 13 conditions.

In the next section, it will be shown that even in the case when the behavior of the elastomeric
matrix phase is chosen to be strongly elliptic, the homogenized behavior of the porous elastomer
can lose strong ellipticity. This result for 3D, random, porous elastomers parallels those previously
found for porous elastomers with 2D periodic (Abeyaratne and Triantafyllidis, 1984; Michel, 2006)

and 2D random (Lopez-Pamies and Ponte Castafieda, 2004b) microstructures.

5.2 Results and discussion

In this section, the constitutive models (5.13) and (5.16) are used to study the effective stress-strain
response, the microstructure evolution, and the macroscopic stability of porous elastomers with Gent
matrix phases under different types of finite deformations. Results are given for various values of
the compressibility ratio x/u and lock-up parameter J,,, as well as various values of initial porosity
fo, and are computed up to the point at which either the associated effective incremental modulus
is found to lose strong ellipticity, or, alternatively, the porosity is found to vanish. If neither of these
phenomena occurs, the results are truncated at some sufficiently large value of the deformation.
For clarity, the points at which the homogenized material loses strong ellipticity are indicated with
the symbol “o” in the figures, whereas the symbol “¢” is utilized to indicate the vanishing of the
porosity.

The results presented in this section are organized as follows. First, we address the effective
response of Gent porous elastomers subjected to axisymmetric loading conditions. Special attention

is given to hydrostatic, biaxial, and uniazrial tension/compression loadings, which, beyond providing
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Figure 5.1: Comparisons of the effective response, as predicted by the second-order estimate (SOE) (5.16),
with the exact results (Hashin, 1985), of a porous elastomer with incompressible matrix phase subjected to
hydrostatic tension and compression (Xl =Xy = A3 = X). The results correspond to a material with Neo-
Hookean matrix phase and various values of initial porosity fo, and are shown as a fur}gtion of the logarithmic
strain € = In X. (a) The normalized macroscopic stress S/pu = p~ 100! /OX; = p~ 10D /oA = 10D /OXs.
(b) The evolution of the porosity f.

comprehensive physical insight and contributing to establish the accuracy of the proposed mod-
els through comparisons with the available exact results, happen to correspond to actual loading
conditions easily achievable with standard experimental equipment. Following the axisymmetric
subsection, we provide representative results for the overall behavior of Gent porous elastomers sub-
jected to plane-strain loading conditions. In particular, we focus on pure shear and in-plane uniazial
tension/compression loadings. The corresponding macroscopic failure surfaces, as determined by
the loss of strong ellipticity of the homogenized behavior of the material, are presented—in principal
strain and stress spaces—and discussed for the axisymmetric, as well as for the plane-strain loading

conditions.

5.2.1 Axisymmetric loadings
Hydrostatic tension/compression

Figure 5.1 presents the comparison between the effective behavior as predicted by the second-order
estimate (SOE) (5.16) and the “exact” (Hashin, 1985) estimate (5.9) for a porous elastomer with
incompressible Neo-Hookean matrix phase under hydrostatic loading (A\; = A2 = A3 = )). Recall
that the DPB model (5.12) coincides identically with the exact result (5.9) in this case. Results
are shown for initial porosities of 10, 30, and 50% as a function of the logarithmic strain € =
In(X). Part (a) shows the normalized macroscopic stress S/pu = p= 00! /OX; = p= 10D /O, =
M*I(??{;I /OXs, and part (b), the associated evolution of the porosity f. It is observed from Fig.
5.1(a) that the SOE predictions are in very good agreement with the exact result. Note that the
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agreement improves for higher values of initial porosity fo. It is also discerned from Fig. 5.1(a)
that the effective behavior of the material is softer for higher values of fj, as expected on physical
grounds. Interestingly, it is further recognized from Fig. 5.1(a) that the overall response of the
porous elastomer under hydrostatic compression exhibits very significant stiffening, but that, under
hydrostatic tension, the behavior gets more compliant with increasing strain. In this connection,
we note from Fig. 5.1(b) that the porosity decreases for compressive deformations and increases
for tensile ones. This entails a geometric stiffening/softening mechanism that is entirely consistent
with the stress-strain results shown in Fig. 5.1(a). With regard to the remaining microstructural
variables, it should be realized that they do not evolve under hydrostatic loading, that is, the
initially spherical shape and distribution of the underlying pores remain—on average—spherical for
all applied hydrostatic deformations. Turning back to Fig. 5.1(b), we remark that the predictions
for the evolution of the porosity f as determined by the SOE are in very good agreement with
the exact result (5.21) for the cases of 30 and 50 % initial porosity. The agreement between the
prediction and the exact result for the case of fo = 10% is excellent for hydrostatic compression,
but it deteriorates appreciably for tensile hydrostatic deformations larger than € = In A = 0.2. This
has the effect of slightly exaggerating the geometric softening in tension for fy = 10%, leading to
slightly softer predictions than the Hashin estimate. Finally, it should be noticed from Fig. 5.1 that
the homogenized response of the porous elastomer, as predicted by the SOE, becomes unstable—
through loss of strong ellipticity—under hydrostatic compression (denoted by the symbol “o”), while
it remains strongly elliptic under hydrostatic tension. This result is investigated in more detail in
the context of the next two figures.

Figure 5.2 provides results associated with those shown in Fig. 5.1 for the components? of
the normalized effective incremental modulus £ = p~*9?W!/ 8F of a porous elastomer with in-
compressible, Neo-Hookean matrix phase and initial porosity of 30% under hydrostatic loading
(A1 = A2 = A3 = A). Part (a) shows results for hydrostatic compression (A < 1), and part (b),
for hydrostatic tension (A > 1). Fig. 5.2(a) illustrates that—in accord with the stress-strain re-
sults shown in Fig. 5.1(a)—the normal components 21111, 22222, and 23333, as predicted by the
second-order estimate (SOE) (5.16), increase rapidly with the applied compressive strain. That
is, the porous elastomer stiffens very significantly in the “direction” of the applied loading. On
the other hand, the effective incremental shear response of the porous elastomer, as measured® by
21212, 21313, and 22323, is seen to soften with the applied hydrostatic compression to the point
that 21212 = 21313 = 22323 = 0 at some critical finite stretch A..;;. This critical stretch corre-
sponds to the point at which the porous elastomer loses strong ellipticity. In this connection, it
should be remarked that the combinations L;;:L;;5; + Efjij — (Liijs + Lijji)* + 2Lijij\ LisiiLlyjii
(i,5 € {1,2,3}, i # j, no summation) also vanish at A..;;. Thus, making contact with Section 5.1.5,
this means that conditions (5.23) and (5.24) cease to hold true. Physically, this implies that the
porous elastomer may develop localized deformations in planar zones with arbitrary normals N.

Furthermore, the deformation in these zones localizes in shear, since m 1 N. (Recall from Section

2Here and subsequently, the components of the effective incremental modulus L are referred to the macroscopic
Lagrangian principal axes, i.e., the principal axes of F'F.
3Recall that for isotropic materials L;j;; = Ljij; (3,5 € {1,2,3}, i # j, no summation).
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Figure 5.2: Effective response, as predicted by the second-order estimate (SOE) (13) and the DPB model
(5.12), of a porous elastomer with incompressible matrix phase subjected to hydrostatic loading (A1 = X2 =
A3 = A). The results correspond to a material with Neo-Hookean matrix phase and initial porosity of
fo = 30%, and are shown as a function of the logarithmic strain € = InX. (a) The non-zero components

(4,7 € {1,2,3}, 4 # j, no summation) of the effective incremental modulus L£—written with respect to
the Lagrangian principal axes—for hydrostatic compression (A < 1). (b) The corresponding results for
hydrostatic tension (A > 1).

2.6 in Chapter 2 that m denotes the eigenvector corresponding to the zero eigenvalue of the acoustic
tensor associated with IN, so that it characterizes the type of deformation within the localized band.)
This remarkable behavior predicted by the SOE is consistent with numerical simulations (Michel,
2006), as well as with physical evidence (see, e.g., Kinney et al., 2001; Gong and Kyriakides, 2005).
Indeed, local buckling of matrix ligaments is anticipated to occur in porous elastomers subjected to
compressive states of deformation. In turn, connected networks of buckled ligaments that extend
throughout the entire specimen correspond to bands of localized deformation at the macroscopic
level. The development of these macroscopic bands of localized deformation corresponds precisely
to the loss of strong ellipticity of the homogenized behavior of the material (Geymonat et al., 1993).
Comparing now the SOE with the DPB predictions in Fig. 5.2(a), it is observed that the normal
components 51111, 22222, and 23333 of both models are in very good agreement. In contrast, the
effective incremental shear moduli 21212, 21313, and 22323 predicted by the DPB model are much
stiffer than the corresponding SOE results. In fact, they exhibit different trends: while the SOE
shear moduli decrease with the applied loading, the DPB shear moduli increase, which ultimately
entails that the DPB model remains strongly elliptic for all applied hydrostatic compression (in
disagreement with numerical results and physical experience). Turning now to Fig. 5.2(b), it is
noticed that—in accord with the stress-strain results shown in Fig. 5.1(a)—the normal components
21111, 22222, and 23333 decrease very distinctly with the applied hydrostatic tension. That is, the
porous elastomer softens in the “direction” of loading with the applied tensile strain. Conversely,

the effective incremental shear moduli L1212, L1313, and La303 are seen to increase—though very
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Figure 5.3: Hydrostatic compression (A\; = A2 = A3 = A < 1) of a porous elastomer with incompressible,
Neo-Hookean matrix phase. (a) The critical stretch Aerit at which the second-order estimate (5.16) loses
strong ellipticity as a function of initial porosity fo. (b) The associated normalized critical stress Serit/ -
The isolated data points in the plots correspond to experimental results for the critical buckling of spherical
shells under hydrostatic compression (Wesolowski, 1967).

slightly. Furthermore, Fig. 5.2(b) also shows more explicitly the fact (already mentioned above)
that there is no loss of strong ellipticity for hydrostatic tension. Note that—as opposed to hydro-
static compression—the SOE and DPB predictions in Fig. 5.2(b) are in very good agreement for
the normal, as well as for the shear effective moduli. Note finally that the results shown in Fig.
5.2 for fy = 0.3 are representative for all values of initial porosity, since the trends followed by the
components of L for all values of fo are similar to those displayed in Fig. 5.2. The precise effect of
fo on the effective incremental behavior and stability of porous elastomers subjected to hydrostatic
loading will be addressed in detail in the context of the next figure.

In short, Fig. 5.2 puts into evidence the subtle influence of the evolution of the underlying mi-
crostructure on the effective behavior and stability of porous elastomers subjected to finite deforma-
tions. Indeed, the stiffening of the effective incremental normal response of the porous elastomer—as
measured by 21111, 22222, and Egggg—when subjected to hydrostatic compression (see Fig. 5.2(a)) is
entirely consistent with the decrease of porosity illustrated in Fig. 5.1(b). However, as shown in Fig.
5.2(a), the decrease of porosity does also lead to the geometric softening of the effective incremental
shear response of the material—as measured by 21212, 21313, and 22323—Which eventually leads to
the loss of strong ellipticity of the porous elastomer at some finite stretch (in spite of the fact that the
elastomeric matrix phase is strongly elliptic). Analogously, the softening of the effective incremental
normal response of the porous elastomer when subjected to hydrostatic tension (see Fig. 5.2(b)) is
entirely consistent with the increase of porosity illustrated in Fig. 5.1(b). Further, the increase of
porosity does also lead to the (slight) geometric stiffening of the effective incremental shear response
of the material, which, in some sense, prevents the porous elastomer from losing stability.

Figure 5.3 provides plots associated with the results shown in Figs. 5.1 and 5.2 for: (a) the critical
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stretch, Aeriz, and (b) the normalized critical stress, S erit /i, at which the second-order estimate
(5.16) loses strong ellipticity under hydrostatic compression as a function of the initial porosity fo.
Fig. 5.3 exhibits two distinct regimes: the “dilute,” or small-porosity regime (0 < fo < 0.1), and
the “finite,” or large-porosity regime (0.1 < fy < 1). Interestingly, for 0 < fy < 0.1, Fig. 5.3 shows
that the porous elastomer becomes more stable, in both, strain and stress space, with increasing
initial porosity. That is, in the small-porosity regime, the material loses strong ellipticity at smaller
stretches \..i¢ (larger compressive strains) and larger compressive stresses Se.i¢/ut, for higher values
of the initial porosity fy. In passing, we remark that this rather counterintuitive result has already
been observed in 2D porous elastomers with random and periodic microstructures (Lopez-Pamies
and Ponte Castaneda, 2004b; Michel, 2006). In contrast, for 0.1 < f; < 1, the porous elastomer
continues to improve its stability with increasing porosity in strain space; however, in stress space,
the trend is reversed and the material is seen to become more unstable for higher values of fy. The
fact that for the range of initial porosities 0.1 < fo < 1 the critical stretch Az exhibits a different
trend than S..;;/u can be understood by recognizing that the stress-strain relation of the porous
elastomer under hydrostatic compression softens drastically with increasing fo in this regime (see
Fig. 5.1(a)). This implies that even though |S..;t/u| decreases with increasing fy, the corresponding
stretches g required to reach such critical stresses may, and in fact do, decrease with increasing
fo- In connection with the results shown in Fig. 5.3, it is important to recall that, unlike for small
and moderate values of porosity, the SOE predictions are not expected to be accurate—except for
the CSA microstructure—for very large fy, as discussed in Section 2.5.1. Whatever the case may
be, it is interesting to note that, according to the SOE results, S..;t/p — 0 as fo — 1, as it may be
expected on physical grounds.

At this stage, it is important to remark that while the work of Hashin (1985) provides exact
results for the effective stored-energy function, W, and the porosity evolution, f, for the hydrostatic
loading of porous elastomers with incompressible, isotropic matrix phase and the Composite Sphere
Assemblage (CSA) microstructure, it contains essentially no information about the macroscopically
stability of these materials. This is simply due to the fact that the exact results of Hashin are given for
a fized loading path—namely, \; = Ao = A3—and therefore, the corresponding effective incremental
modulus 2, needed for detecting loss of strong ellipticity, cannot be computed. On the other hand,
it is possible to compute the effective incremental modulus associated with the DPB model (5.12),
which as already stated agrees with the Hashin estimate for hydrostatic loading, and check for
loss of strong ellipticity. It turns out, however, that—unlike the second-order estimate (5.16)—
the DPB model (5.12) remains strongly elliptic for all hydrostatic deformations, in contradiction
with physical experience. More precisely, under this type of loading conditions—as illustrated in
Fig. 5.2—the effective incremental effective incremental modulus L associated with the DPB model
not only remains strongly elliptic, but stiffens significantly with increasing strain. This overly stiff
behavior seems to be consistent with the fact that the DPB model is a rigorous upper bound for
CSA microstructures. Finally, it is fitting to mention that there have been a number of experimental
and analytical studies (see, e.g., Wesolowski, 1967; Wang and Ertepinar, 1972) on the stability of

isolated spherical shells under hydrostatic loading. Of course, the buckling instabilities of an isolated
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Figure 5.4: Effective response, as predicted by the second-order estimate (5.16), of a porous rubber sub-
jected to biaxial tension and compression (Xg =3 =\ S = 8&\)1/8X1 = 0), as a function of the
logarithmic strain € = In A. The results correspond to a material with incompressible, Gent matrix with
lock-up parameter J,,, = 50 and various values of initial porosity fo. (a) The normalized macroscopic stress
Shi/p = mla@/éﬁg = ,Lfla&)I/an. (b) The lateral strain €., = In A;.

shell cannot be identified with the buckling instabilities that would take place in an actual porous
elastomer with the CSA microstructure, except possibly in the dilute limit, when no interaction is
expected among the pores. In this connection, we have included in Fig. 5.3 the experimental findings
of Wesolowski (1967) comprising the critical stretches and pressures at which a Neo-Hookean, thick-
walled, spherical shell first buckles as function of initial porosity (i.e., the cube of the ratio of
inner to outer radius of the shell in the undeformed state). Remarkably, the experimental results
of Wesolowski (1967) in strain space agree extremely well with the SOE predictions in the small-
porosity regime, where the comparisons between the isolated shell and the porous elastomer may be
relevant. For large values of initial porosity, it is interesting to observe that the SOE results provide
a bound for the experimental “failure surface” characterized by the stretches and stresses at which

the isolated shell first buckles.

Biaxial tension/compression

Figure 5.4 presents the SOE predictions for the effective response of a porous elastomer with in-
compressible Gent matrix phase under biaxial loading (A2 = A3 = A, S1; = 0! /OX1 = 0). Results
are shown for a matrix lock-up parameter of J,, = 50 and initial porosities of fo = 0,10,30 and
50% as a function of the logarithmic strain € = In\. Part (a) shows the normalized macroscopic
“biaxial” stress Sp;/p = ,u_latfl [Ny = ,u_18<f>1 /O3, and part (b), the associated “lateral” strain
€lat = In A1, Similar to hydrostatic loading and as expected on physical grounds, Fig. 5.4(a) shows
that the effective response of the porous elastomer is softer for higher values of the initial poros-

ity fo. Furthermore, for biaxial tension, as well as for compression, the material is seen to stiffen
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Figure 5.5: Biaxial tension and compression (Xg =X3=\ Sn = acff/aXl = 0) of a porous elastomer with
incompressible, Gent matrix phase with lock-up parameter .J,,, = 50 and various values of initial porosity fo.
(a) The evolution of porosity f, as predicted by the second-order estimate (5.16), compared with the exact
result. (b) The evolution of the aspect ratios w; and ws as predicted by the second-order estimate (5.16).

very significantly with increasing strain. In spite of this similarity, the porous elastomer is seen
to become unstable—through loss of strong ellipticity—under biaxial compression, while it remains
stable under biaxial tension. This disparity will be shown shortly to be due to differences in the
evolution of the underlying microstructure. Turning now to Fig. 5.4(b), we notice that the volume
of the porous elastomer increases (decreases) when subjected to biaxial tension (compression), that
is, In (det F) = €t +2€ > (<)0. Since the elastomeric matrix phase is incompressible, this has
the direct implication that the porosity increases (decreases) with the applied tensile (compressive)
deformation. In this connection, it is interesting to remark further from Fig. 5.4(b) that for biaxial
tension (compression) the porous elastomer undergoes a larger volume increase (decrease) for higher
values of initial porosity fy.

Figure 5.5 provides corresponding results for: (a) the evolution of the porosity f; and (b) the
evolution of the average aspect ratios wy and wq. Fig. 5.5(a) shows that the SOE predictions for the
evolution of the porosity f virtually coincide with the “exact” result for all values of initial porosities
considered. In this regard, we should make the following parenthetical clarification. As discussed in
Section 5.1.4, the evolution of porosity in porous elastomers with incompressible matrix phase can
be computed exactly through expression (5.21), provided that the determinant of the macroscopic
deformation gradient, detF, is known. For displacement boundary conditions, det F is of course
known since it is prescribed. On the other hand, for traction and mixed boundary conditions, such
as the one considered in this subsection, det F is not known a priori and must be computed from the
material response. In this connection, we remark that what we have denoted by “exact” porosity in
Fig. 5.5 corresponds to the porosity generated by expression (5.21) evaluated at the det F predicted
by the second-order estimate (5.16). Having clarified this point we next note that Fig. 5.5(a)
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Figure 5.6: Effective response, as predicted by the second-order estimate (13), of a porous elastomer with
incompressible matrix phase subjected to biaxial tension and compression (Xg =3 = X, Si1 = 8&)1/8X1 =
0). The results correspond to a material with Gent matrix phase (J,, = 50) and initial porosity of fo = 30%,
and are shown as a function of the logarithmic strain € = In . The normal and shear principal components
of the effective incremental modulus £ for: (a) biaxial compression (A < 1), and (b) biaxial tension (A > 1).

illustrates explicitly the fact already pointed out in Fig. 5.4(b) that the porosity increases for tensile
loadings and decreases for compressive ones. The former mechanism induces geometric softening
and the latter, stiffening. With regard to the evolution of the aspect ratios, we first notice from
Fig. 5.5(b) that the average aspect ratio we remains identically equal to one throughout the entire
loading process, as a result of the imposed macroscopic biaxial state of deformation (i.e., Ao = Xg).
On the other hand, the aspect ratio w; is seen to decrease (increase) very significantly for tensile
(compressive) loadings, entailing that the pores evolve on average into oblate (prolate) spheroids. In
short, the pore ovalization resulting from the applied biaxial compression induces geometric softening
on the overall stress-strain relation of the porous elastomer, while the development of “pancake”
shapes for the pores resulting from tension induces geometric stiffening. Thus, in summary, the
results illustrated in Fig. 5.5 make it plain that the evolution of the underlying microstructure is
very different for biaxial compression than for tension. This is consistent with the fact that the
porous elastomer loses strong ellipticity under biaxial compression and not under biaxial tension.
In order to gain further insight on the results shown in Figs. 5.4 and 5.5, Fig. 5.6 provides results
for the normal (21111, 22222, 23333) and shear (21212, 21313, 22323) components of the normalized
effective incremental modulus £ = ut OPW! / OF of a porous elastomer with Gent matrix phase
(J,, = 50) and initial porosity of 30% under biaxial loading (Ay = A3 = A, Sy; = 85151/8X1 = 0).
Part (a) shows results for biaxial compression (A < 1), and part (b), for biaxial tension (A > 1).
Fig. 5.6(a) shows that—in agreement with the stress-strain results shown in Fig. 5.4(a)—the
normal components 22222 = 23333 increase monotonically with the applied compressive strain. Note
also that the normal component 21111 increases monotonically as well. In contrast, the effective

shear moduli L1212, L1313, L2323 are seen to decrease with increasing biaxial compression, especially
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22323 which vanishes at some critical finite stretch Aeq¢. This stretch corresponds precisely to the
point at which the material loses strong ellipticity. In this connection, similar to the hydrostatic
loading case, it should be noted that the combination 52222/33333 + 23323 — (22233 + /32332)2 +
222323\/ 2222223333 does also vanish at A..;;. Making contact with Section 5.1.5, this means that
conditions (5.23)3 and (5.24)3 cease to hold true. This implies that the porous elastomer may
develop localized deformations in bands with normals N € Span{us,u3}, where uy and uz denote
the unit vectors defining the macroscopic Lagrangian principal axes associated with the principal
stretches Ay and \s, respectively. Moreover, the vector m associated with a given N is such that
m | N, so that the deformation localizes in shear within the bands. In other words, when subjected
to biaxial compression, the porous elastomer may become infinitesimally soft under incremental
shear deformations in planes with normals defined by the Lagrangian principal axes associated with
the smallest principal stretches (which correspond to the largest compressive strains). As for the
hydrostatic loading case, it should be emphasized that this behavior is rather subtle. Indeed, Fig.
5.5(a) shows that, under biaxial compression, the porous elastomer stiffens in the “direction” of
the applied loading (i.e., La292 = L3333 increase with the applied stretch). However, its incremental
shear response (in the us—us—plane) softens to the point that the material loses strong ellipticity at
some finite critical stretch A..;; (at which 22323 = 53232 = 2222253333 + 23323 - (22233 + 22332)2 +
2/:'2323\/ 2222223333 = 0). Turning now to Fig. 5.6(b), it is observed that—in accord with the stress-
strain results shown in Fig. 5.4(a)—the incremental normal moduli 22222 = 23333 initially decrease
and then increase, as a function of the applied biaxial strain. On the other hand, the effective
incremental shear moduli 2\12127 21313, 52323 increase monotonically with the applied tensile strain,
improving the stability of the porous elastomer. Even though the results illustrated in Fig. 5.6
correspond to fo = 0.3, they are representative of results for porous elastomers with any value of
initial porosity fy. A more detailed investigation of the effect of fy on the effective incremental
behavior and stability of porous elastomers subjected to biaxial loading will be addressed in the
context of the next figure. As a final remark, it is appropriate to emphasize that the DPB model
(5.12) (with Neo-Hookean matrix phase) can be shown to remain strongly elliptic for all biaxial
tension/compression loading. This implies that the corresponding DPB estimate with Gent matrix
phase (5.10) remains strongly elliptic for all biaxial tension/compression loading as well. This is easy
to check by realizing that a Gent material is a stiffer than a Neo-Hookean material for all modes of
deformation.

Figure 5.7 presents plots associated with the results shown in Figs. 5.4, 5.5, 5.6 for: (a) the
critical stretch, Aerg, and (b) the normalized critical stress, Sepi¢/it, at which the second-order
estimate (5.16) loses strong ellipticity under biaxial compression as a function of the initial porosity
fo. Fig. 5.7(a) illustrates that the stability of the porous material improves in strain space with
increasing initial porosity, in accord with the results found for hydrostatic compression (see Fig.
5.3(a)). Notice, however, that the stretches A..; in Fig. 5.7(a) are significantly smaller than those

0 s~ 0.78 as fo — 0 for biaxial

. . . o ¥ ~0 1 Y
in Fig. 5.3(a). In particular, it is observed that Acpit — A, With A,
compression, whereas, for hydrostatic compression, Aerit — 1 as fo — 0. This implies that for biaxial

compression A..;; has a discontinuity at fo = 0, since for this type of loading At = 0 at fo = 0 (due
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Figure 5.7: Biaxial tension and compression (Xg =X3=\ Sn = acff/aXl = 0) of a porous elastomer with
incompressible, Neo-Hookean matrix phase with various values of initial porosity fo. (a) The critical stretch

Aerit @t which the second-order estimate (5.16) loses strong ellipticity as a function of initial porosity fo. (b)
The corresponding critical stress Serit/ .

to the fact that the matrix phase is strongly elliptic for all isochoric deformations). Physically, this
result suggests that the addition of even a small proportion of pores can have a dramatic effect on
the overall stability of porous elastomers with incompressible, strongly elliptic matrix phases under
certain type of finite deformations. In contrast to the results found for hydrostatic compression, Fig.
5.7(b) shows that, in stress space, the porous elastomer becomes more unstable with increasing initial
porosity throughout the entire physical domain 0 < fy < 1. That is, |S..;| decreases monotonically

with increasing fo.

Uniaxial tension/compression

Figure 5.8 shows the SOE predictions for the effective response of a porous elastomer with incom-
pressible Gent matrix phase under uniaxial loading (A\; = X, Sos = 0! /Oy = S35 = 0BT /ON; = 0).
Results are depicted for a matrix lock-up parameter of J,,, = 50 and initial porosities of fy = 0, 10, 30
and 50% as a function of the logarithmic strain = In X\. Part (a) shows the normalized macroscopic
“uniaxial” stress Syni/p = u‘18<’1\>1/8X1, and part (b), the associated “lateral” strain €,; = In Ay =
In A3. A glance at Fig. 5.8 suffices to remark its many similarities with Fig. 5.4 (for biaxial loading).
Indeed, Fig. 5.8 shows that the effective stress-strain behavior of the porous elastomer is softer for
higher values of the initial porosity fy and exhibits a very substantial stiffening for tension as well as
compression. Additionally, the volume of the porous elastomer increases under uniaxial tension and
decreases under uniaxial compression. That is, in the present context, In (det F) =2€q +e>0
fore > 0 and 2€;,; + € < 0 for € < 0. There are, however, two major differences worth of notice.
First, we remark that while for biaxial tension (compression) the underlying pores evolve into oblate

(prolate) spheroids, the opposite is true for uniaxial tension (compression). This has an important
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Figure 5.8: Effective response, as predicted by the second-order estimate (5.16), of a porous rubber subjected
to uniaxial tension and compression (Xl =\, Sy = 6</I\>I/6X2 = S33 = 6</I\>I/BX3 = 0), as a function of
the logarithmic strain € = InA. The results correspond to a material with incompressible, Gent matrix
phase with J,, = 50 and various values of initial porosity fo. (a) The normalized macroscopic stress
§um~/p = mla@/cﬁl. (b) The lateral strain €;q: = In A2 = In As.

effect on the overall behavior and, especially, on the stability of the porous elastomer. In this con-
nection, we note that, as opposed to biaxial compression, no loss of strong ellipticity takes place
under uniaxial compression. In fact, the SOE predicts that for uniaxial compression the porosity
will vanish at some finite stretch (denoted with the symbol “o” in the plots) before any macroscopic
instabilities take place.

For completeness, Fig. 5.9 illustrates the evolution of the relevant microstructural variables
associated with the results shown in Fig. 5.8. Part (a) shows the evolution of the porosity f
and part (b), the evolution of the aspect ratios w; and ws, as a function of the logarithmic strain
€ = In)\. First, note that the porosity f, as predicted by the second-order estimate (5.16), is
in excellent agreement with the “exact” result (as computed from expression (5.21) evaluated at
the det F predicted by (5.16)). Note further that the aspect ratio ws is identically equal to one
throughout the entire loading process, as a consequence of the resulting macroscopic uniaxial state
of deformation (i.e., A\3 = Ao since S33 = Sa2). On the other hand, w; > (<)1 for € > (<)0, so
that the initially spherical pores deform on average into prolate (oblate) spheroids under uniaxial
tension (compression), corroborating the comments in the previous paragraph. In summary, the
above-presented results for uniaxial loading induce similar geometric stiffening/softening effects to
those found for biaxial loading. Namely, under uniaxial tension, the increase of porosity induces
geometric softening and the pore ovalization, stiffening. Conversely, under uniaxial compression, the

decrease of porosity induces geometric stiffening and the pore ovalization, softening.
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Figure 5.9: Uniaxial tension and compression (Xl =X, So2 = 6%1/6X2 = G335 = 8@1/8X3 = 0) of a porous
elastomer with incompressible, Gent matrix phase with J,, = 50 and various values of initial porosity fo.
(a) The evolution of porosity f, as predicted by the second-order estimate (5.16), compared with the exact
result. (b) The evolution of the aspect ratios w; and wy as predicted by second-order estimate (5.16).

Macroscopic failure surfaces

Figure 5.10 illustrates the macroscopic failure surfaces, as determined by the loss of strong ellipticity
of the second-order estimate (5.16) (denoted by LOE in the plots). Results are given for a porous
elastomer with incompressible Neo-Hookean matrix phase and initial porosities of fo = 10,30, and
50%. Part (a) shows failure surfaces for applied axisymmetric deformations (€3 = €;) in strain space,
and part (b), for applied axisymmetric stresses (S33 = Sa) in stress space. For completeness, the
boundary at which the porosity vanishes has also been included (dotted lines) in Fig. 5.10. Note
that once the pore-closure boundary is reached, no further compressive (with J < 1) deformation is
possible.

Before proceeding with the bulk of the discussion, it is helpful to identify in Fig. 5.10 the loading
paths considered in the three previous subsections. Thus, we note that the line e; = €; in Fig.
5.10(a), as well as the line Sop = Sy; in Fig. 5.10(b), correspond precisely to hydrostatic loading,
which was considered in detail in Figs. 5.1-5.3. Moreover, the lines S;; = 0 and Ss2 = 0 in Fig.
5.10(b), correspond to biaxial and uniaxial tension/compression, respectively. These loading paths
were considered in detail in Figs. 5.4-5.7 and Figs. 5.8-5.9.

A key feature to remark from Fig. 5.10(a) is that the loci of points at which loss of strong
ellipticity occurs satisfy the condition: In(det F) = €; + €3 + €3 = €; + 262 < 0. Thus, according to
the second-order estimate (5.16), loss of strong ellipticity occurs necessarily under volume-reducing
deformations. Or, in other words, the development of macroscopic instabilities may take place
exclusively at “sufficiently” large compressive deformations. Another interesting point that deserves
further comment is the trend followed by the onset of loss of strong ellipticity as a function of the

initial porosity fo. In effect, the porous elastomer becomes more stable—in the sense that it loses
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Figure 5.10: Macroscopic onset-of-failure surface, as determined by the loss of strong ellipticity of the
second-order estimate (5.16), for a porous elastomer with incompressible, Neo-Hookean matrix phase and
various values of initial porosity. Part (a) illustrates the results for applied axisymmetric deformations
(es = €2) in the eé1—e2—plane in strain space. Part (b) shows corresponding results for applied axisymmetric
stresses (S33 = S22) in the S11—S22—plane in dimensionless stress space.

strong ellipticity at larger strains—with increasing initial porosity. Recall that this behavior has
already been observed in the context of hydrostatic and biaxial compression (see Fig. 5.3(a) and
Fig. 5.7(a)). Fig. 5.10(a) illustrates, thus, that this counterintuitive trend applies more broadly to
general axisymmetric loading conditions.

In parallel with Fig. 5.10(a), Fig. 5.10(b) shows that a necessary condition for loss of strong
ellipticity to occur is the existence of a compressive component in the state of stress. Fig. 5.10(b)
also illustrates that the porous elastomer becomes more unstable—in the sense that it loses strong
ellipticity at smaller stresses—with increasing initial porosity fy. This trend is in contrast to that
one observed in strain space. The explanation for such disparity follows that one given in the context
of Fig. 5.3 (for hydrostatic compression). That is, given the drastically softer stress-strain relations
of the porous elastomer for larger values of initial porosity, the strains required to reach the critical
stresses happen to be larger for larger initial porosities.

Figure 5.11 provides analogous results to those shown in Fig. 5.10 for a porous elastomer with
an initial porosity of fo = 30% and Neo-Hookean matrix phase with compressibility ratios £/ = 10
and k — oo. Part (a) shows the macroscopic failure surfaces for applied axisymmetric deformations
(€3 = @) in strain space, and part (b), for applied axisymmetric stresses (S33 = S22) in stress space.
The main observation that can be made from Fig. 5.11 is that the effect of compressibility of the
matrix phase, as measured by the bulk modulus x, on the overall stability of porous elastomers
is opposite to that of the initial porosity fy. Namely, in strain space, the porous elastomer loses
strong ellipticity at smaller strains for larger bulk modulus. On the other hand, in stress space, the
porous elastomer loses strong ellipticity at larger stresses for larger bulk modulus. In this regard,

we notice that by increasing the bulk modulus of the matrix phase we are effectively constraining
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Figure 5.11: Macroscopic onset-of-failure surface, as determined by the loss of strong ellipticity of the
second-order estimates (5.13) and (5.16), for a porous elastomer with Neo-Hookean matrix phase and two
values of compressibility ratio of the matrix phase. Part (a) illustrates the results for applied axisymmetric
deformations (€3 = €2) in the €1—€2—plane in strain space. Part (b) shows corresponding results for applied
axisymmetric stresses (?33 = gzg) in the S1 pgzgfplane in dimensionless stress space.

the matrix material to deform isochorically. This results in an overall stiffening of the matrix phase,
and therefore, also of the porous elastomer. In turn, the critical stresses at which the material loses
strong ellipticity increase, while the corresponding critical strains decrease, with increasing «.
Finally, it is appropriate to mention that the Neo-Hookean results shown in Figs. 5.10 and
5.11 are representative of results for Gent porous elastomers with any value of the material lock-up
parameter J,,. Indeed, according to the SOE predictions, the lock-up parameter J,, has virtually
no effect on the onset of loss of strong ellipticity. This is consistent with the fact that loss of strong

ellipticity occurs mostly at compressive states of deformation, at which the effect of J,,, is not “felt”.

5.2.2 Plane-strain loadings

Pure shear

In Figure 5.12, SOE predictions are given for the pure shear loading (A} = A\, Ay = X_l, Az =1)
of a porous elastomer with incompressible Gent matrix phases. Results are shown for an initial
porosity of fo = 10% and matrix lock-up parameters of J,, = 50 and .J,, — oo, as a function
of the logarithmic strain € = In\. First, we note from Fig. 5.12(a) that the SOE predictions
satisfy the rigorous Voigt upper bound (5.7). Recall that this bound is only helpful for isochoric
deformations (i.e., deformations with det F = 1), like the one considered in this subsection, since it
becomes unbounded otherwise. Recall as well that the DPB model (5.12) coincides exactly with the
Voigt bound (5.7) in this case. In connection with the evolution of the microstructure, it should be
remarked that the porosity does not evolve under pure shear deformations (i.e., f = fo). On the

other hand, as shown by Fig. 5.12(b), the aspect ratios, wy and ws, of the underlying pores do evolve
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Figure 5.12: Effective response of a porous rubber with an incompressible, Gent matrix phase subjected to
pure shear (A1 = X, A2 = Xﬁl, A3 = 1), as a function of the logarithmic strain € = In X. (a) The normalized
effective stored-energy function P! /e as predicted by the second-order estimate (5.16) and the Voigt bound
(5.7). (b) The evolution of the aspect ratios of the underlying pores, w1 and wz. Part (b) also includes the
aspect ratios as predicted by the DPB model (5.12).

substantially with increasing strain. In particular w; increases while wo decreases with increasing
€. It is also interesting to observe that the evolution of the aspect ratios appears to be practically
insensitive to the value of the matrix lock-up parameter J,,. For comparison purposes, we have
included in Fig. 5.12(b) the evolution of the aspect ratios wy and ws as predicted by the DPB model
(5.12) for the case of J,,, — oo. In this regard, it is noticed that the DPB result for ws is very similar
to the corresponding SOE prediction. On the other hand, the aspect ratio w1, as computed from the
DPB model, is largely below the SOE result. This has the direct implication that, in the direction of
the applied tensile stretch A\; = X, the DPB model should exhibit a weaker geometric stiffening—due
to pore ovalization—than the SOE. By the same token, it should also exhibit a stronger geometric
stiffening in the direction of the applied compressive stretch Ay = X_l. As a final point, it should
be remarked that no loss of ellipticity is observed for any level of pure shear deformation from any
of the models.

Figure 5.13 provides corresponding results for the normalized stress components: (a) S11/p and
(b) S22/ as a function of the logarithmic strain € = In \. SOE predictions are given for values of the
matrix lock-up parameter of J,, = 50 and J,, — co. DPB predictions are given only for J,, — co.
Fig. 5.13 clearly shows that the material parameter J,, has a strong effect on the behavior of the
porous elastomer. This is not surprising since the response of the matrix phase is itself also highly
dependent on J,,. Furthermore, we notice that both stress components exhibit substantial stiffening
with the applied stretch. In this regard, we remark that (for J,, — oo) the SOE prediction for the
component S1;/u is much stiffer than the corresponding DPB estimate, while the opposite is true
for the component Saz/p. This behavior is entirely consistent with the observations made in Fig.

5.12(b), where it was concluded that the pore ovalization predicted by the DPB model induces a
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Figure 5.13: Effective response of a porous rubber with an incompressible Gent matrix phase subjected to
pure shear (A\; = XLXZ = Xﬁl, A3 = 1), as a function of the logarithmic strain € = In . (a) The normalized
macroscopic stress S11/p. (b) The normalized macroscopic stress Saz /.

stronger geometric softening (stiffening) in the direction of the tensile (compressive) stretch \; = X
(Ao = Xﬁl) than the one predicted by the SOE.

In-plane uniaxial tension/compression

Figure 5.14 provides results for the overall response of a porous elastomer with incompressible Neo-
X > 1,2 = 1,52 = 0B /OXy = 0).
Results are shown for the second-order (5.16) and the DPB (5.12) estimates, and Finite Element
(FEM) calculations (from Danielsson et al., 2004) for initial porosities of 5, 15, and 25% as a

Hookean matrix phase under plane-strain tension (\;

function of the logarithmic strain @ = In(\). Part (a) shows the normalized macroscopic Cauchy
stress T/ = pn~2(1/X2)0®T /OX;, and part (b), the associated lateral strain €4 = In X,

Before proceeding with the discussion of Fig. 5.14, it is necessary to make the following clar-
ifications. First, the FEM results illustrated in Fig. 5.14 correspond to the effective response of
a multi-void cell model consisting of a random assembly of cubes that are either solid or contain
an initially spherical void. (For further details on the cell model see Danielsson et al., 2004.) The
microstructure of this multi-void cell model is thus monodisperse, in contrast to the polydisperse
microgeometry assumed by the SOE and the DPB models. Nevertheless, for the small and moderate
values of porosity considered in the results shown in Fig. 5.14, the dispersion in the size of pores is
not expected to be of critical importance on the overall response of the material. Second, it should be
mentioned that the Cauchy stress T/ = = (1/X2)0®! /OX;, as opposed to the first Piola-Kirchhoff
stress S/ = p~10®! /X, is shown in Fig. 5.14(a) for two reasons: the FEM results were originally
provided for this variable in (Danielsson et al., 2004), and it brings out more clearly the differences
among the two compared estimates with the FEM results.

Figure 5.14 shows that the SOE predictions are in excellent agreement with the FEM calculations.
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Figure 5.14: Effective response of a porous rubber subjected to plane-strain tension (A\y = X\ > 1, S22 =
0BT /OXy = 0, A3 = 1), as a function of the logarithmic strain @ = InX. Comparisons between the SOE
predictions, the Danielsson-Parks-Boyce model (DPB), and FEM results for a material with incompressible,
Neo-Hookean matrix phase and various values of initial porosity fo. (a) The normalized macroscopic Cauchy
stress T/p = N_l(l/x2)8$1/8X1. (b) The lateral strain €,,; = In Xa.

Interestingly, the DPB model delivers estimates that are in very good agreement with the numerical
calculations for the case of fo = 5%, but, for larger initial porosities, the agreement between the
DPB predictions and the FEM (and hence the SOE) results deteriorates noticeably, especially for
larger initial porosities fy. It is also noted that the stress-strain curves in Fig. 5.14(a) exhibit a
pronounced stiffening with increasing strain. With regard to Fig. 5.14(b), we notice that all three
estimates indicate that the volume of the porous elastomer increases when the material is subjected
to plane-strain tension, that is, € + €4 > 0. (The line € + €;,; = 0, which corresponds to fy, = 0,
has been included in Fig. 5.14(b) for reference purposes.) Again, since the elastomeric matrix
phase is incompressible, this has the direct implication that the porosity increases with the applied
deformation.

Figure 5.15 provides analogous results to those shown in Fig. 5.14 for plane-strain compression
A =A< 1,0 =1,8 = 8</I\>I/(‘ﬁ2 = 0). Unfortunately, no FEM results were reported in
(Danielsson et al., 2004) for this loading, and hence, attention is confined to the SOE and the DPB
predictions. Fig. 5.15(a) shows that the predictions from the DPB model are much stiffer than the
corresponding SOE results. This disparity, as it will be explained in more detail in the discussion
of Fig. 5.16, is due to different predictions of the evolution of microstructure. Next, note that both
models predict that the porous elastomer remains stable for all applied plane-strain compression.
However, while the SOE predicts that the porosity will vanish at some finite compressive strain
(indicated with the symbol “¢” in the plots), the DPB model predicts that zero porosity is never
reached under plane-strain compression. We conclude by remarking from Fig. 5.15(b) that the
volume of the porous elastomer decreases with the applied plane-strain compression, that is, e4+¢€;4; <

0. (Similar to Fig. 5.14(b), the line € + €, = 0, denoting the response of the incompressible



5. Porous elastomers: spherical voids 125

0 — _ 05 o
/\3 = 1’ 522 = 0 '\- '\. ‘\.\ _____ SOE
i oo Y brp
-0.5 ” 0.4 RS
/ e
A £ =025 N\ f, = 0.05
” \- 0
7l 03 AN
(A4 R NAAY
~ Cut f=015 N\ =0
) A 0 O\ W\
15 e 02 AN
’ X/ 0 — 005 \
f,=025 /X \
S A<A—f =0.15
> \," i Jo 01| _ _
) — SOE Ay =1,8,,=0
25 .I'I ,l" .I'I _____ DPB 0 KR — OO
"-0.8 -0.7 -06 -05 -04 -03 -02 -01 O -08 -0.7 -06 -05 -04 -03 -02 -01 O
€ €
(a) (b)
Figure 5.15: Effective response of a porous rubber subjected to plane-strain compression (A1 = X <

1, Soo = 8@1/8X2 =0, A\3 = 1), as a function of the logarithmic strain € = In A. Comparisons between the
SOE and the Danielsson-Parks-Boyce (DPB) predictions for a material with incompressible, Neo-Hookean
matrix phase and various values of initial porosity fo. (a) The normalized macroscopic Cauchy stress
T/,u = u_l(l/XQ)a(%I/aXl. (b) The lateral strain €;q¢ = In Xs.

elastomeric matrix, has been included in Fig. 5.15(b) for references purposes.)

Figure 5.16 provides plots associated with the results shown in Fig. 5.14 and Fig. 5.15 for
the effective behavior of a porous elastomer with incompressible Neo-Hookean matrix phase under
plane-strain loading (tension and compression). Part (a) shows the evolution of the porosity f for
initial porosities of fo = 5,15, and 25% as a function of the applied strain & = In X. Part (b) shows
the evolution of the aspect ratios w; and w, for an initial porosity of fy = 25% as a function of
the applied strain € = In\. Fig. 5.16(a) shows that while the SOE predictions for the evolution
of the porosity under plane-strain tension are in good agreement with the FEM calculations, the
DPB predictions deviate significantly. Moreover, Fig. 5.16(a) illustrates explicitly the fact already
revealed within the discussion of Fig. 5.14(b) and Fig. 5.15(b) that the porosity increases for plane-
strain tension and decreases for plane-strain compression. In this regard, we note that the porosity
predicted by the DPB model is always larger than the one predicted by the second-order estimate
(5.16), which entails that for plane-strain tension (€ > 0) the DPB model predicts a larger geometric
softening due to changes in porosity than the SOE, and, by the same token, a weaker geometric
stiffening for plane-strain compression (€ < 0). Furthermore, as already remarked in Fig. 5.15, it
is seen that under plane-strain compression the DPB porosity does not vanish at a finite strain as
the SOE predicts, but instead, reaches a horizontal asymptote. To conclude with Fig. 5.16(a), we
remark that the evolution of the porosity f, as determined from the second-order estimate (5.16),
is in excellent agreement with the “exact” result, as computed from expression (5.21) (evaluated
at the det F predicted by (5.16)). Turning now to Fig. 5.16(b), we notice that the aspect ratio w;
increases while wo decreases for plane-strain tension. The opposite trend is observed for plane-strain

compression. We also recognize that while the DPB predictions are similar to the SOE results for



5. Porous elastomers: spherical voids 126

05 ,Xzs =1 §22 =0 fo= 0'2’5.3
K — 00 L
weeee FEM e o

Figure 5.16: Plane-strain tension and compression (Xl =\, Sy = BE)I/BXQ =0, = 1) of a porous
elastomer with incompressible, Neo-Hookean matrix phase with various values of initial porosity fo. Com-
parisons between the SOE and the Danielsson-Parks-Boyce (DPB) predictions for: (a) the evolution of
porosity f, and (b) the evolution of the aspect ratios wi and ws.

tension, they deviate significantly for compression. In this connection, note that the DPB prediction
for wi under plane-strain compression is largely above the corresponding SOE result, which is seen
to vanish at some finite strain. In view of the fact that the decrease of w; induces geometric softening
in the present context, this strong disparity contributes to explain why the DPB predictions for the

stress-strain relations in Fig. 5.15(a) are stiffer than the corresponding SOE results.

Macroscopic failure surfaces

Figure 5.17 shows the macroscopic failure surfaces, as determined by the loss of strong ellipticity of
the second-order estimate (5.16), for a porous elastomer with incompressible, Neo-Hookean matrix
phase and initial porosities of fy = 10,30 and 50% under plane-strain loading (3 = 0). Part (a)
shows the results in strain space, and part (b), in stress space. For completeness, the boundary at
which the porosity vanishes has also been included in Fig. 5.17.

Similar to Fig. 5.10(a) for axisymmetric loading, Fig. 5.17(a) shows that loss of strong ellipticity
can only take place for volume-reducing deformations. More specifically, in the present context,
the loci of points at which loss of strong ellipticity occurs satisfy the condition: In(detF) = &; +
€ + €3 =€ + € < 0. Also in accord with Fig. 5.10(a), Fig. 5.17(a) depicts that Neo-Hookean
porous elastomers subjected to plane-strain loadings improve their stability in strain space with
increasing initial porosity. As a final remark, it is interesting to note that the results shown in Fig.
5.10(a) are qualitatively similar to those previously found for porous elastomers with 2D random,
isotropic microstructures (see Figure 7 in Lopez-Pamies and Ponte Castafieda, 2004b). However, in
quantitative terms, the 3D-microstructure material is more unstable (in strain space) than the 2D

one, as loss of strong ellipticity occurs at smaller strains.
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Figure 5.17: Macroscopic onset-of-failure surface, as determined by the loss of strong ellipticity of the
second-order estimate (5.16), for a porous elastomer with incompressible, Neo-Hookean matrix phase and
various values of initial porosity under plane-strain loading (€3 = 0). (a) Failure surface in strain space. (b)
The corresponding failure surface in dimensionless stress space.

Consistent with all previous results, Fig. 5.17(b) shows that a necessary condition for loss of
strong ellipticity to occur is the existence of a compressive component in the state of stress. In
fact, note that for fo < 0.5 both components of the stress must be compressive. In this regard, it is
emphasized that the corresponding stress S33 (not shown in the figure) is positive. (Recall that the
results correspond to plane-strain conditions, i.e., €3 = 0.) This is in accord with the results shown
in Fig. 5.13(b) for axisymmetric loading, where loss of strong ellipticity could occur at states with
two components of stress being compressive (with the other component being tensile). Moreover, it
is observed that in stress space the porous elastomer is more unstable for larger values of the initial
porosity, in accord with preceding results. The reasons for this behavior parallel those given in the

context of Fig. 5.10 (for axisymmetric loading conditions).

5.3 Concluding remarks

In this chapter, we have made use of the framework developed in Chapter 2 to generate a homogenization-
based constitutive model for the finite-deformation response of isotropic porous elastomers with
random microstructures. In turn, we have made use of the proposed model to generate compre-
hensive predictions for the stress-strain relation, the evolution of microstructure, and the onset of
macroscopic instabilities in Gent porous elastomers under a wide range of loading conditions and
values of initial porosity.

In accord with the 2D porous elastomers studied in Chapters 3 and 4, the predictions generated
in this chapter indicate that the evolution of the underlying microstructure has a significant effect
on the mechanical response of isotropic porous elastomers. In particular, it has been observed that

the decrease of porosity—induced by macroscopic, volume-reducing loadings—produces geometric
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stiffening of the effective incremental response of the material in the “direction” of the applied
loading. At the same time—and rather interestingly—the decrease of porosity does also lead to
the geometric softening of the effective incremental shear response of the material. Similarly, the
change in shape of the underlying pores, as measured by the their average aspect ratios, has also
been identified as a geometric mechanism that can produce stiffening of the effective incremental
response of the porous elastomer in some directions, and softening in others.

An important consequence of the aforementioned softening mechanisms is that the “second-order”
estimates for the effective behavior of porous elastomers can lose strong ellipticity, even in the case
when the underlying matrix phase material is taken to be strongly elliptic. Thus, in this work, loss of
strong ellipticity has been found to occur under sufficiently large macroscopic, compressive stresses
and strains. In other words, according to the predictions, the onset of macroscopic instabilities—as
determined by loss of strong ellipticity—for the class of porous elastomers under consideration in this
chapter is driven by the applied compressive loading. In this connection, it is worth remarking that
the recent model of Danielsson et al. (2004), which is based on a generalization of the earlier Voigt
bound (Ogden, 1978) and Hashin’s estimate (Hashin, 1985), is strongly elliptic for all deformations,
and is thus unable to capture the expected development of instabilities under compressive loading.

Finally, the results generated in this chapter have been shown to be in good agreement with
exact and numerical results available from the literature for special loading conditions, and gen-
erally improve on existing models for more general loading conditions. In particular—as already
stated—the new model proposed here predicts the development of macroscopic instabilities for load-
ing conditions where such instabilities are expected to occur from numerical simulations (Michel,
2006), as well as from physical evidence (Kinney et al., 2001; Gong and Kyriakides, 2005). This is
in contrast with prior homogenization- and micromechanics-based models that fail to predict the
development of such instabilities. Thus, although somewhat more difficult to implement than earlier
homogenization estimates and micromechanics models, which make use of simpler trial fields and
micromechanical hypotheses, the second-order method could prove to become a very useful tool in
the development of accurate—but still computationally tractable—models for porous, as well as for

other types of elastomeric composites.
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5.4 Appendix I. Second-order estimates for isotropic porous

elastomers with compressible matrix phases

In this appendix, we spell out the analysis corresponding to the computation of the second-order
estimate (2.69) for the effective stored-energy function W of porous elastomers consisting of initially
spherical, polydisperse, vacuous inclusions distributed randomly and isotropically (in the undeformed
configuration) in a compressible, isotropic matrix phase characterized by the stored-energy function
(5.1).

As a result of the restriction to pure stretch loadings (5.5), the modulus L defined by expression
(2.66) of the matrix phase in the linear comparison composite (LCC) reduces to L = L*, where
it is recalled that L* is orthotropic and possesses, at most, 9 independent components. In this
work, we introduce further constraints among the components of L* in order to reduce them to 7
independent components, denoted by the parameters ¢ (o« = 1,2,...,7). Thus, the independent
principal components of L* are chosen to be Lj;;; = {7, Liysy = €5, Lisss = 03, Ll = €,

L35 = 0%, L39qq =45, Lig1o = 0%, while the other non-zero components

L3191 = Ligis = L3151 = Ligog = Liggo = 07,

Lis = /(6 — 66— 65) 13,

Lign = /(6 — 66— 65) 43,

Ligs = /(65— 06— 05)— 4, (5.30)

are dependent. The motivation for the constraints (5.30) is twofold:* (i) relations (5.30) are con-
sistent with the tangent modulus of Neo-Hookean materials; and (ii) conditions (5.30) simplify
considerably the computations involved. It should be emphasized, however, that other choices are
possible in principle.

Now, using the facts that F = diag(\i, A2, \3) and L = L*, it follows from (2.70) that the
average deformation gradient in the matrix phase of the LCC, needed in the computation of W, is
of the form F(l) = diag(Xﬁ”,X;”,XS))7 where the average principal stretches XEI) (1 =1,2,3) in the

matrix phase are given by:

Xgl) = A — fo B 29,0 + (hy 4 £(J — 1)) A2As]
—fo Er22 [29: 22 + (hy + k(] — 1)) A1 As]
—fo E1133 [2§IX3 + (E,] + Ii(j — 1)) X1X2] s
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—fo Ess33 [29: A3 + (hy 4+ £(J — 1)) M1 Xs] .

4These conditions are the 3D version of (3.6).

(5.31)
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In these expressions, it is recalled that E = (P~ — (1 — fO)L) ,gr = g1(I), and hy = h;(J), with
1= X? + X; + Xg, J = A1A2);3. Note that relations (5.31) provide ezplicit expressions for the non-

)

zero components of F' ~ in terms of the applied loading, F, the initial porosity, fo, the constitutive

functions, g, h, k, of the elastomeric matrix phase, as well as of the independent components of L,
e, 05 (a=1,2,...,7).

Having determined F(l), we proceed next to compute the variable f‘(l), also needed in the
computation of W, By again making use of the identity L = L*, together with conditions (5.30),
equations (2.72) can be seen to reduce to 7 nonlinear, algebraic equations for 7 combinations of the

components of F(V), namely:

(B - X1)2+21f113’f§)13’§i)+2f2Ff§)F§P= ko
(BD —3p)% + 2f1F1(§)F2(1)+2f3 AVED =k
. — 1 - . N N

R

A(1)2f2* !
Fyy = M) (Fy

2 f3
N) - FREY = ka2
Na) — FWEY = ks/2
~Xg) - ERYEY = ke/2
<Ff;>>2+<ﬁéi>>2+<ﬁf§>> <F§P> <F§§>> + (B
2 f PR B 42 fs BB + 2 fe YR = ke (5.32)

) _
) _

Here, f1 = aLTQQl/aET» fo = 5LT331/(%L fz = 8L3332/a£;a fa = 3L{221/3€’7‘, fs = 8L}‘331/6€§,
fo = OL%35,/00%, and

b= L@F-FY). B m g0 (@=1,2,..,7). (5.33)
Jo oL,

It is not difficult to check that the nonlinear system of equations (5.32) may be solved explicitly to

yield two distinct solutions for x = (Fl(l) M),y = (Fé;) A2), z = (ﬁ‘éé) A3) in terms of which

the combinations py = FWEG) py = FOEL  ps = FVED) and s = (FO)2 4 (F)2 + (FG)2 +

(13‘3(%))2 + (Fz(é))Q (Fzs(zl)) may be uniquely determined. The two solutions for z, y, and z are as

follows:
o= (FY-X)= i(kl +h k4C’t\J/C2cT]Z5) m7
y o= (B —%p) =+ +i{}%%6)) Cz
s = -3y =xtBlth <% + k) VCs. s

with Cy = fo(4f1ka + ka) + 4f1f3(4f2ks + ks) 4+ 2f3(k1 + fiks + foks 4+ 4f1fake), Co = fo(4f1ks +
ki +2f2ke) + 2f3(k1 + fika + 2f2(2f2ks + ks + fike)), C3 = k1 + faks + 2f1(4df2f3ks + ka + f3ks +
foke) + 4f% (ko + f3ke), where it must be emphasized that the positive (and negative) signs must
be chosen to go together in the roots for x, y, and z. The corresponding final expressions for the

remaining combinations read as:

p1=xy —ka/2, pr=uxz—ks/2, p3=yz—ke/2, and
s = kr — 2(fap1 + fsp2 + fops). (5.35)



5. Porous elastomers: spherical voids 131

At this point, it is important to emphasize that relations (5.34) and (5.35) provide explicit
expressions for 7 combinations of the components of F(1) in terms of the applied loading F, the
initial porosity fy, the constitutive functions g, h, k of the elastomeric matrix phase, and the moduli
5 (o = 1,2,...,7). Note, however, that the variable F® has 9 components, so that two more
relations would be needed to entirely characterize F(l), as it will be seen further below.

Each of the two distinct roots (5.34) for the combinations x, y, z, p1, p2, p3, $ may be substituted
in the generalized secant condition (2.65) to yield a system of 9 scalar equations for the 9 variables
constituted by the 2 combinations of F(1): p, = 13'2(;%)13'3(;)]3'1(21), Ps = F?E;)Fl(;)ﬁ’ﬁ), and the 7 moduli
2% . Algebraic manipulation of the resulting system reveals that one equation is satisfied trivially,

and the remaining 8 equations may be cast in the following form:

o+ Cy+ 0z = 21(x+ )+ [hJ FR(JD - 1)} ((y + X2) (= + Xs) — ps)
— 2g;A1 — (hy 4+ K(J = 1)) Xa2]s,
o+ Gy+0z = 251(y+ ha) + [iu (O - 1)} (@ +31)(2 + As) — p2)
— 29, x — (hy + &(J = 1)) A1 As,
Sob Gy e = 2024 %) + [y +a(Y = D] (@ )y + Re) - p)
— 29,23 — (hy+k(J — 1)) A1 Xg,
Lisoip;1 = [fLJ + n(j(l) - 1)} (p4 —pi(z +X3)) ,
Ligzip2 = [7%1 +r(JW - 1)} (pa — p2(y + A2)) ,
L3ssops = [iLJ + (W - 1)} (ps —p3(z + A1)
;= 241, (5.36)
and
pa = ps. (5.37)

In these relations, §; = gI(f(l)), hy = h](j(l)), with

IV = FOFW = (2 4+X0)? + (y+ X2)? + (2 + X3)* + 5,
JO = det PO

= (24 X)W+ X2)(z 4+ A3) = p1(z + A3) — p2(y + A2) —ps(z + A1)
+2p4, (5.38)

and it is recalled that Lig9,, Liss1, L33 are given, respectively, by expressions (5.30)2, (5.30)3,
(5.30)4. The fact that one of the generalized secant equations (2.65) is satisfied trivially has the
direct implication that F® enters the above equations only through 8 (instead of 9) traces, namely, x,
Y, 2, P1, P2, P3, S, p4. As described below, these are the only traces needed in the computation of the
second-order estimate (2.69) for W. Now, by recalling the definitions p; = Fl(;)ﬁé(ll), P2 = Fl(é)ﬁéll),
ps = }7“2(;)}7}(;), and py = F;?Fépﬁf;l ps = Féé)ﬁg)ﬁﬁ), it is seen that equation (5.37) can be
solved in closed-form to render

P4 = T\/p1p2ps. (5.39)
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Each of the two distinct roots (5.39) for ps may be substituted back in equations (5.36) to finally
generate a closed system of 7 nonlinear, algebraic equations for the 7 independent moduli £},. These
equations must be solved numerically.

Having computed from (5.36) the values of all 7 independent components of L (i.e., £%) for a
given initial porosity (fo), given material behavior (g, h, ), and given loading (A;, A2, A3), the
) X(l) X(l)

9 2 3
FO) (ie., x,y, z, p1, p2, P3, S, pa) may be readily determined using relations (5.31), (5.34), (5.35),

values of the non-zero components of F(l) (i.e., Xil ) and the relevant combinations of
and (5.39). In turn, these results can be used to compute the second-order estimate (2.69) for the
effective stored-energy function W of isotropic porous elastomers. The final expression for W is
given by (5.13) in the text.

In connection with these results, it is important to remark that there are 4 possible combinations
of the roots introduced in (5.34) and (5.39), which lead to 4 different estimates for W. In the case
when the bulk modulus of the material (at zero strain)  is of the order of the shear modulus (at zero
strain) p, all 4 root combinations lead to very similar results for the effective stored-energy function
W. However, when the bulk modulus is significantly larger that the shear modulus, i.e., K > pu,
the estimates produced by the 4 distinct combinations are very different. In fact, for £ > pu, it
will be shown in the next appendix that only one root combination generates physically meaningful

estimates that are superior to the other three possibilities.

5.5 Appendix II. Second-order estimates for isotropic porous

elastomers with incompressible matrix phases

In this appendix, we outline the derivation of the second-order estimate (2.69) for the effective stored-
energy function W of porous elastomers consisting of initially spherical, polydisperse, vacuous inclu-
sions distributed randomly and isotropically (in the undeformed configuration) in an incompressible
matrix phase (5.1) with kK = oco.

In the approach that follows, we start out with the results presented in Appendix I for the
second-order estimate (5.13) for porous elastomers with compressible matrix phases and carry out
the asymptotic analysis corresponding to the incompressible limit x — oco. In this context, it is
important to realize that 2 root combinations among the 4 possible ones described in Appendix I
lead to estimates for W that become unbounded in the limit as £ — co. More precisely, for J > 1
(J < 1) the “positive” (+) (“negative” (—)) root in (5.34) results in estimates for W that blow up
as k — 00, regardless of the choice of roots for p, in expression (5.39). (For J = 1 the asymptotic
behavior of the roots is different and it will be addressed below.) These estimates suggest that a
porous elastomer with an incompressible matrix phase would be itself incompressible, which is in
contradiction with experimental evidence. Moreover, the 2 estimates associated with each of the
roots in (5.39) for W that remain finite in the limit of incompressibility of the matrix phase are
considerably different, in general. In order to discern which one of them is the better estimate, we

make contact with the evolution of the microstructure. First, we recall that the evolution of porosity
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in porous elastomers with incompressible matrix phases can be computed exactly and the result is
given by (5.21) in the text. In this regard, we note that the evolution of porosity associated with
the 2 above finite estimates can be shown to be ezact up to second order in the strain (i.e., up
to (\; — 1)?). However, for larger deformations, the porosities associated with these 2 roots differ
significantly from each other with the choice py = sign ((Xil) - A1) (Xél) - Xg)(Xgl) - Xg)) \/P1P2P3
in (5.39) leading to a better approximation to the exact result (5.21) than the alternative root.
Thus, based on the above-presented physical arguments, there is only 1 root combination among
the 4 possible choices that lead to physically meaningful, superior estimates in the limit as Kk — oo,
namely, for J < 1 (for J > 1), the “positive” (+) (“negative” (—)) root in (5.34) with the choice
pg = sign ((Xgl) - 1) (Xél) - Xz)(Xél) - Xg)) V/P1p2p3 in (5.39). Regarding these combinations, it
is important to make the following two remarks. First, both these combinations can be shown to
generate estimates for deformations with J = 1 that are superior to the other two alternatives.
Moreover, the full numerical solution suggests that these two superior choices, () and (—) in (5.34)
with the py = sign ((Xil) - 1) (Xél) - XQ)(XS) — Xg)) V/P1p2p3 in (5.39), lead in fact to the same
estimate for W when J = 1. This is difficult to verify analytically, however, since the equations
associated with the (+) root develop a singularity as x — oo when approaching J = 1. Second,
the asymptotic analysis associated with the superior root for deformations with .J < 1 leads exactly
to the same expression for the effective stored-energy function W! as the one obtained from the
analysis associated with the superior root for deformations with J > 1. In conclusion, the stored-
energy function W can be written as a single expression valid for all values of J (> 0). Next, we
sketch out the derivation of such expression.

Based on numerical evidence from the results for finite k, an expansion for the unknowns in this

problem, i.e., £ (o =1,2,...7), is attempted in the limit as K — oo of the following form:

07 = A7 +ay +azA+ O(A?),

G = bAT by + bsA + O(A),

;= A7 4o+ esA+0(A?),

0 = diAT' 4 dy +dzA+ O(A?),

;= etA7 + e+ esA+ O(A?),

G = miAT +my +maA + O(A?),

i = ng+nzA+0(A?), (5.40)

where A = 1/k is a small parameter and a1, as, as, b1, ba, b3, c1, 2, c3, d1, da, ds, €1, ea, e3, my, Mma,
ms, No, and ng are unknown coefficients to be determined from the asymptotic analysis that follows.
It proves useful to spell out the corresponding expansions of the constrained moduli Liys;, Liss;,
L3445, as well as those for (the non-zero components of F(l)) Xil), Xél), Xél) and the combinations
(of the components of F(l)) T, Y, Z, P1, P2, P3, P4, and s, in the limit as kK — oco. Thus, substituting

expressions (5.40) in relations (5.30) for the components Lio91, Lis31, L3335 can be shown to lead
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to the following expansions:

by + arby — (@ +
L = (Vb —di) a4+ 22 *‘“22 algjl Fhnz 4o,

ascy + aica — (a1 + ¢1)no

B = (Var —e) AT+ 2,/aic1

" _ baci + bica — (b1 + c1)no
Lysss = (\/ bici — m1> AL N —mg + O(A). (5.41)

Similarly, substituting (5.40) in relations (5.31) leads to:

—eo + O(A),

_ o(1) (1) _ (1) =D
M =X 4 h Aro@?), 2 =X, +A, A+0(A?),

30 A+ o(a?), (5.42)
The explicit form of the coefficients igl), ii ) (i =1,2,3) in these last expressions is too cumbersome
to be included here. In any case, at this stage, it suffices to remark that they are known in terms
of the coefficients aq, as, as, by, bo, b3, c1, ¢, c3, di, do, d3, €1, €2, €3, M1, My, M3, Ny, and ns
introduced in (5.40). Finally, substituting (5.40) in relations (5.34), (5.35), and (in the appropriate
root of) (5.39) leads to:

r = x1+x2A+O(A2),

Yy = y1+3A+0(A?),

2 = 21+ 22+ 0(A?),
P = pi+piA+O(A?),
P2 = Pat A+ O(A?),
ps = p3+ P30+ O(A?),

. . o) (1) _ e(1)  _ —

pa = pa+O(A)=sign (A} —A)(Ay —A2)(A3 — A3)| vVpipaps + O(A),

s = s1+0(4), (5.43)

where, similar to (5.42), the coefficients in these expressions are (known functions of the coefficients
defined in (5.40)) too cumbersome to be included here. For later use, it is convenient to introduce

the expansion of JO = det FO):
JO = JM 1+ JVA +o(a?), (5.44)

where, making contact with (5.43), we note that jl(l) = (21 + A1) (Y1 + A2) (21 + A3) — pr(z1 + A3) —
Pa(y1 + A2) — p3(z1 + A1) + 2ps. In addition, it will also prove useful to introduce the following
notation for the expansions of the derivatives of the constitutive functions g and h characterizing

the elastomeric matrix phase in the limit as kK — oo:

gr = 91+ 958+ O(A?),

hy

By + hhA + O(A?), (5.45)

where it is recalled that g; = gj(f(l)), hy = h,](j(l)), and I and JO are given by (5.38).
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Next, by making use of expressions (5.40) through (5.45) in (5.36), a hierarchical system of
equations is obtained for the unknown coefficients introduced in (5.40). The first set of equations,

of order O(A™1), can be shown to yield the following non-trivial relations:

) —2 — — <2
A A A A A

bl = f%ala 1 = 7; ai, dl - jlala €1 = 71 ar, mp = = l ai, (546)
A5 3 A2 3 A2A3

and

(214 M) (g1 4+ A2) (21 + As) — Pi(z1 + As) — Pa(y1 + A2) — Pa(z1 + Ay)
2P = 1. (5.47)

Note that equations (5.46) correspond actually to explicit expressions for the unknowns by, ¢, dy,
e1, and my in terms of the coefficient a;. On the other hand, equation (5.47)—which can also be
written as jl(l) = 1—is an implicit equation that ultimately involves the coefficients a1, as, ba, c2,
da, ea, ma, and ne. Now, by making use of (5.46) and (5.47), the second hierarchy of equations, of

order O(A%), can be shown to ultimately yield the following relations:

A A . -
agsx1 —|— d2y1 —|— €921 + al <1‘2 + leg + )\122> = 2gi(l‘1 + Al) +
2 3

(ibﬂ + jz(l)) [(y1 + A2) (21 + A3) — B3] — 20, A1 — hyAads,
A A by _
a1 + boyy + Moz + a1 = (xz + Sy + 122) =201 (y1 + X2) +
Ao Ao A3
(ﬁﬁ + j2(1)) [(z1 4 A1)(21 + A3) — 2] — 297 A2 — hudids,
by A by _
eaw1 + may1 + coz1 + a2 (xg + flyg + 12’2) =2§1(21 + A3) +
A3 A2 A3

(R + 52 [+ X0) (1 +22) = 1] — 29,8 — By,

1 Xl XQ ) Xl +X2 5, (1) [p°4 - :l
2 (AQC” %), e = () [ -
— — —2 =2
1/ M\ A3 > )\1 -+ )\3 5, ~(1) [p4 — :|
B <)\3@2 )\102 9\ Ns Ny — €2 ( 1 2 ) D2 (yl 2)
Ng = 2,&1,
(5.48)
and
. —1 < < 2 52
R R — 1/ )X A3 Ao+ A
h’+J(1)—{pf—m+)\} (b +c>—23n —ma .
! 2 D3 ( ! 1) 2 )\3 2 )\2 2 2)\2)\3 2 2
(5.49)

Solving (5.49) for j2(1), the second term in the expansion (5.44), and substituting the result in
equations (5.48), can be shown to ultimately lead to a system of 7 nonlinear equations—formed by

Eqns. (5.47) and (5.48)—for the 7 unknowns:

. . . 2 -2 . 2 -2
Uy = aq, U = Ny, U3=/\1b2—/\1a2, U4=/\3CQ—>\16L2,

Us = Xg dg —Xl as, Ug = Xg €9 —Xl as, Uy = XQ mo —X3 Ca. (550)
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Here, the primitive coefficients a; and ny have been relabelled as u; and us, respectively, for consis-
tency of notation.

At this point, it is important to recognize that knowledge of the 7 variables (5.50), as determined
by the system of 7 equations (5.47)—(5.48), suffices to determine the leading-order terms (of the
components of F(l)) i(ll), LS), j;l), in (5.42) and (of the combinations of the components of F(1)) 21,
Y1, 21, D1, D2, D3, P4, and s1, in (5.43), as well as the second-order traces iil)X2X3 +§;1)X1X3 —l—i;l)Xng
and 292 A3+y2 A1 A3+ 22A1 A2. The corresponding final expressions are too cumbersome to be written
down here, however, they do satisfy certain interesting, simple relations which worth recording,

namely:

() (1) _ ()
r1=XN +A, y1=A A, 21=A3 +As,

. 1 /=) =) . 1 /=) _ =(1)  _
plzﬁ A=A Ay — A2, p2:% A=A ) A3 —As ),
3 1 /=) _ (1)

I

M =) =) _ — - _
)\1 o3 + )\2 A3 + )\3 Ao = 2aXo A3 + Yo A1 A3 + 22 A1 Aa. (551)
Finally, by making use of the above results, it can be shown that the leading-order term of the

second-order estimate (5.13) in the limit of incompressibility is given by (5.16) in the text, where
W = (1171 +X1)2 + (y1 +X2)2 + (2’1 + X3)2 + s1. (552)

In this relation, it should be emphasized again that the expressions for x1, y1, 21, and s; are
known—but not shown here for their bulkiness—explicitly in terms of the applied loading, \;, Ao,
A3, the initial porosity, fo, the constitutive function, g, and the 7 variables u,, defined by (5.50),
that are the solutions to the system of the 7 nonlinear, algebraic equations formed by (5.47) and
(5.48).
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Chapter 6

Hyperelastic laminates

This and the following chapter—in contrast to Chapters 3, 4, and 5, which have dealt with porous
elastomers—are concerned with the application of the theoretical framework developed in Chapter
2 to reinforced elastomers. The present chapter deals with reinforced elastomers with laminate
microstructures. In particular, the focus is on the evolution of the underlying microstructure and
its connection with the overall stress-strain relation and the development of instabilities in these
materials. More specifically, it is shown that the rotation of the layers—induced by the applied finite
deformations—generates substantial geometric softening in the overall mechanical response of the
composite. In addition, in spite of the fact that the local behavior is assumed to be strongly elliptic,
the homogenized behavior of the laminate is found to lose strong ellipticity at sufficiently large
deformations. To be precise, when the laminate is loaded in compression along the layers, a certain
type of “kink-band” instability is detected corresponding to the material becoming infinitesimally
soft to incremental shear deformations in the lamination direction.

Before proceeding with the development of the results, it is important to recall that laminates
are one of the very few special microgeometries for which an ezact solution may be computed (see,
e.g., Triantafyllidis and Maker, 1985; Geymonat et al., 1993; Triantafyllidis and Nestorvié, 2005).
Such an ezxact solution is essentially constructed by setting piecewise-constant fields in the different
layers and solving for the corresponding jump conditions. As it will be discussed in detail in this
chapter, the second-order estimates recover such exact solution. That is, the results presented in
this chapter correspond to rigorous estimates. As such, they will be useful in the context of the
subsequent chapter for validating results for more general microgeometries (for which there are not

exact solutions available).

6.1 Effective behavior of hyperelastic laminates

In this chapter, we study the problem of the effective behavior of two-phase, hyperelastic laminates
with isotropic phases, characterized by the stored-energy functions W) and W) | subjected to finite
deformations. As already discussed in Section 2.4.2, a laminate is a limiting case of “particulate”
microstructures (see Fig. 6.1), in which both phases play the roles of matrix and inclusion at the

same time. In the analysis that follows, for consistency with earlier notation, we denote by “matrix”
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phase, the softest of the two layers, and by “inclusion” phase, the stiffest one.

€2

€3

Figure 6.1: Reference configuration depiction of a laminate with lamination direction N = e; relative to
the fixed laboratory frame of reference {e;}.

Of course, an ezxact solution for the effective behavior for the class of elastomeric laminates of
interest in this chapter can be readily computed by assuming piecewise-constant fields in the different
layers and solving for the corresponding jump conditions—exactly as is done in the context of linear
elasticity. However, here, we will follow a different route. In particular, we will make use of the
“tangent” second-order method of Ponte Castaneda and Tiberio (2000). This method will be shown
to recover the exact solution with piecewise-constant fields in the phases. In addition, the use of
this method will prove helpful to obtain further insight on the behavior of hyperelastic laminates. In
this connection, it should be noted that the earlier tangent second-order method, as opposed to the
new second-order method proposed in this work, is utilized here for mere computational simplicity,
since both methods can be shown to lead exactly to the same estimates and provide the same insight
for the special case of laminate microstructures. The reason for this agreement is that both—the
tangent and the new—second-order methods are able to recover the exact result whenever there are
no field fluctuations within the given phases of the composite (see Ponte Castaneda, 1996 and Ponte

Castaneda, 2002a for further details).

6.1.1 Tangent second-order homogenization estimates

In this subsection, for convenience and clarity, general expressions are provided for tangent second-
order estimates for the effective behavior of two-phase elastomeric composites with general “partic-
ulate” microstructures. These general expressions are then utilized to generate rigorous estimates
for the class of laminate microstructures of interest in this chapter.

Following Ponte Castaneda and Tiberio (2000) (see also Appendix IV in Chapter 2), the tangent
second-order estimate for the effective stored-energy function W of two-phase elastomers consisting
of inclusions, with given initial volume fraction ¢y and characterized by the isotropic stored-energy

function W), in an elastomeric matrix phase with isotropic stored-energy function W) may be
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written as follows:

W (F)

(1—co) [W(l)(F(l)) i %S(l)(F(l)) (F - F(l))}
tao |[WOE) 4 5SOF) . F - F) 6.1)

. . =(1 =(2 . . . .
In this expression, F( ) and F( ) denote, respectively, the average deformation gradients in the
matrix and inclusion phases of a two-phase, “linear comparison composite” (LCC) with the same
microstructure—in the undeformed configuration—as the original hyperelastic composite and with

local stored-energy functions given by:
r —=(r r = —=(r 1 —=(r r = =(r
WO E) =wOE) + sOFE) . (F-F) + S(F - F. cOFNEFE-F). (62

In the sequel, for ease of notation, the arguments of S (") and £ will be omitted.

The variables F(l) and F@)—needed in the computation of the tangent second-order estimate
(6.1)—can be expediently computed from the effective stored-energy function WT of the above-
defined LCC. By making use of the general results developed in Section 2.4.2, such an effective

stored-energy function can be written as follows

Wr(F)=f+T -F+

F LF, (6.3)

DN =

where f = f + 1 (AL)TIAT (i —Z) (AL)IAT, T =T + (I: —Z) (AL)TLAT are effective
quantities depending on the effective modulus tensor i, which is specified further below. Also,
in these expressions, f(") = W(T)(F(T)) _Tn F %F(T) . L(T)F(T), TN = 80 _ L(T)F(T)
(r=1,2), and AL = LY —£® AT =TO — T® . Furthermore, f = (1—co)fM +¢cof?, T =
(1—co)T® 4+¢oT®, and £ = (1—co) LY +¢o£P. Finally, in the above relations, L is the effective
modulus tensor of the two-phase, linear-elastic comparison composite with modulus tensors £ and
L(2), and the same microstructure, in its undeformed configuration, as the nonlinear, hyperelastic
composite. As already discussed in Section 2.4.2, an accurate estimate for L for composites with
“particulate” microstructures is the generalized estimate of the Hashin-Shtrikman (HS) type given

by expression (2.55), and repeated here for convenience:

1

L=L"4e[(1-c)P—(AL)71] . (6.4)

Recall that in this expression, the microstructural tensor P serves to characterize the size, shape and
orientation of the inclusions, as well as their spatial distribution. In passing, it should be noted that
the estimate (6.4) is not only accurate for general “particulate” microgeometries, but it is actually
ezxact for the class of laminate microstructures of interest in this chapter.

Having determined the relevant effective stored-energy function WT for the auxiliary LCC prob-

1 )

lem, it follows from relations (2.60) that the phase average deformation gradients F' ~ and FQ can

be readily computed from the tensorial equation:

F-F" =P[O (F-F") 4 (50 -s@)], (6.5)
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and the global average condition:

=@ 1= o)
P = (F (1-co)F ) (6.6)

respectively. It is thus seen that for a given loading, as determined by F, and given microstructure,
as determined by ¢o and P, the computation of the tangent second-order estimate (6.1) for the effec-
tive stored-energy function of two-phase elastomeric composites with “particulate” microstructures
ultimately amounts to solving the system of 9 nonlinear, scalar equations (6.5) for the 9 unknowns
formed by the 9 components of F(l).

For the particular class of laminate microstructures of interest here, the microstructural tensor
P is given (in component form) by (see Section 2.4.2):

Py = K;'N;N = (£ N,N,) "' N; Ny, (6.7)

ipkq

where K; = EE;}C quNq7 the unit vector N denotes the direction of lamination in the undeformed

configuration (see Fig. 6.1), and indicial notation has been employed for clarity. Expression (6.7)

can now be substituted in equation (6.5) to yield the following system of equations for ngl_):

- —=(1) _ 1
Fij - F;;" = K;! |:£l(cl;q

(qu - F(? 1 Sk?)) Nl} Nj. (6.8)

p

At this point, it is convenient to recast equation (6.8) in a simpler form. To this end, it proves
helpful to identify, without loss of generality, the direction of lamination N with the laboratory
basis vector ej, namely, N = e; (see Fig. 6.1). In addition, for clarity of notation, it proves also
helpful to define the unit vectors N+2 = ey and N3 = e3, such that N2 . N = N3 . N = (.
Having defined these variables, it is now easy to see that multiplying equation (6.8) with N ju and

N jJ-?’ leads to the following two relations:
[F - F“)} N2 =0 and [F - F“)} NL3 = 0. (6.9)

Note that conditions (6.9) are actually the ezact jump conditions across the layer interfaces required
to ensure continuity of the deformation vector field in the LCC. Further, an immediate implication

)

of conditions (6.9) is that the average deformation gradient tensor F'  is of the form:

=(1)

F'=F+a®N, (6.10)

where a is, at this stage, an arbitrary vector (with three independent unknown components). In
other words, conditions (6.9) constitute a system of 6 linear, algebraic equations for 6 components
of the average deformation gradient tensor F(l). The remaining 3 components needed to completely
specify F(l) must be determined from the 3 remaining equations in (6.8). To this end, use is made
of (6.10) in (6.8) and the result multiplied with N;. The resulting equation reads as follows:

ai = Kt L4 NiNga, — o (S5 = S5 ) 1| (6.11)

klpq

Next, by left-multiplying (6.11) with K, the following equation is obtained:

K,»jaj = ,C(l)

imjn

NpNpaj = £Y NiNya, — cq (Sfll) _ 5}?) N, (6.12)

ilpq
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which after a trivial simplification can be finally rewritten as
[s“) . 8(2)] N = 0. (6.13)

Note that condition (6.13) constitutes precisely a system of 3 nonlinear, algebraic equations for the

™ Note further that condition (6.13) is nothing more than the exact

remaining 3 components of F
jump condition across the layer interfaces required to ensure static equilibrium in the LCC.

In summary, 6 out of the 9 scalar equations contained in (6.8) have been recast as a system
of 6 linear equations, given by relations (6.9). These equations can be solved in closed form for 6
components of F(l). The remaining 3 equations in (6.8), which have been conveniently rewritten as
(6.13), constitute a closed system of nonlinear equations for the remaining 3 components of F(l).
In general, these 3 equations must be solved numerically, but depending on the particular forms of
the stored-energy functions W) and W) possible simplifications might be carried out. Having

) for a given F, the values of the components of F(Q)

computed the values of all the components of F(l
can be readily determined using the global average condition (6.6). In turn, the tangent second-order
estimate for the effective stored-energy function W of elastomeric laminates can then be computed,
from expression (6.1), using these results. In this connection, it is important to recognize that the

stored-energy function (6.1) simplifies eventually to

k75 =(1)

W(F) = (1 - co)WOFE) + oW FED). (6.14)

This is easy to see from the fact that FY (

quantities S and 8@ must satisfy condition (6.13).

(2))

as well as F' ) is of the form (6.10) and the stress

The effective stress associated with the stored-energy function (6.14) is given by

oy =(1) 7=(2)
= 0w OF OF
gF LTS e reST e (6.15)

which, upon use of the average condition (6.6) once again, may be rewritten as follows:

B aF(l)
S = (1-c) (s<1> — s<2>> SO} (6.16)
OF
Expression (6.16) can be simplified further by recognizing from (6.10) that the partial derivative of

7 with respect to F is of the form

—(1)
OF:. .

= 5+ @Nj (6.17)
OF OF 1,

where ;5 is the Kronecker delta, and indicial notation has been employed for clarity. It then follows

immediately from (6.17) and (6.13) that the macroscopic stress can be ultimately written as:
S=(1-1¢)8W 4 ¢8?. (6.18)

From a computational point of view, it should be emphasized that expression (6.18) is significantly

simpler than (6.16), since (6.18) depends only on the variable F_which is defined by a set on

(

nonlinear algebraic equations—whereas (6.16) depends not only on F 1), but also on its partial

derivative with respect to F.
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At this stage, it is fitting to point out—and straightforward to see—that the tangent second-
order estimates for the effective stored-energy function (6.14) and macroscopic stress (6.18) coincide
identically with the ezact results for the effective behavior of two-phase, hyperelastic laminates
(with constant deformation gradients in the phases). Indeed, conditions (6.9) correspond to nothing
more than the exact jump conditions across the layer interfaces required to ensure continuity of the
deformation vector field in the hyperelastic composite. Similarly, condition (6.13) is nothing more
than the exact jump condition across the layer interfaces required to ensure static equilibrium. In
this regard, it is worth noticing that the linear comparison composite, defined by (6.2) and (6.3), is,

actually, entirely equivalent to the nonlinear elastomeric composite.

Effective incremental modulus tensor £

For later use in the analysis of the macroscopic stability of elastomeric laminates, it proves now
convenient to compute the effective incremental modulus tensor L associated with the ezact estimate
(6.14). Thus, taking the partial derivative of S in (6.18) with respect to the macroscopic deformation
gradient F and making use of (6.6) can be shown to lead to:
2o OW W _ o) E o
_ﬁ_(l—co)<£ "y )a—F+L : (6.19)

where it is recalled that £ = 92 (") (F(T)) /OF? denote the tangent moduli of the phases evaluated
at the phase average deformation gradients. At this point, it is interesting to notice the parallel
between expression (6.19) for the effective incremental modulus L, and expression (6.16) for the
macroscopic stress S. Note, however, that in contrast to (6.16)—which could be ultimately rewritten
as (6.18) by making use of the functional form of oF" JOF given by (6.17)—expression (6.19)
requires knowledge of the entire explicit dependence—mnot only the functional form—of 8F(1)/ OF
on F(l) in order to be simplified further. This is simply because the difference (C(l) — £(2))—as
opposed to (S (1) — 8@ need not satisfy any jump conditions.

Next, we generate an explicit expression for GF(I) /OF in terms of F(l). To this end, we first take
the partial derivative of equations (6.9) and (6.13) with respect to F. The resulting equations can
be conveniently written (in component form) as follows:

7(1)

OF;.
— N;*? = 66 N; 2,

0F

—(1)
OF;.
— Nj** = 66 N2,

(1) @\ OFy @)

(Coﬁijkl - (1- CO)Eijkl) 9F. N; = ‘Cijmn Nj. (6.20)

Now, it is noted that relations (6.20) constitute a system of 81 linear equations for the 81 compo-
nents of the fourth-order tensor 3F(1) JOF. (Of course, 36 out of these 81 equations are redundant
since BF(U /OF has major symmetry.) Finally, upon solving these equations, the following explicit
expression for o /OF in terms of F is obtained:

-1

=(1)
oF ~ 1 co 1 )" W _ @)
i 1_COI+ o (L: C ) (1—co)P (L: c ) , (6.21)




6. Hyperelastic laminates 143

where Z denotes the identity operator in the space of fourth-order tensors with major symmetry
only (i.e., Z;jii = 0;051), and it is recalled that P is given by expression (6.7).
Having determined aF( ) /OF, it is now straightforward to show that the effective incremental

modulus (6.19) may be finally written as follows:
~ —1771
L=LW 4 [(1 )P — (z:“) - c<2>) } . (6.22)

In connection with expression (6.22), there are a two remarks which worth recording. First, similar
to the effective stored-energy function (6.14) and macroscopic stress (6.18), the computation of the
incremental modulus tensor (6.22) amounts, plainly, to solving the 6 linear equations provided by
conditions (6.9), together with the 3 nonlinear equations provided by condition (6.13), for the 9
components of F. Second, the incremental modulus tensor (6.22) coincides identically with the
Hashin-Shtrikman estimate (6.4) for the effective modulus tensor of the relevant linear comparison
composite. As already discussed in Section 2.6, the effective incremental modulus associated with
the second-order estimate is not equal, in general, to the effective modulus of the auxiliary linear
comparison composite (i.e., c #* I~1) However, for the special case of laminate microstructures,
the linear comparison composite, defined by (6.2) and (6.3), is exactly equivalent to the nonlinear

composite and thus, £=L.

6.1.2 Microstructure evolution

The previous subsection has provided rigorous estimates for the mechanical response of hyperelastic
laminates subjected to finite deformations. In this subsection, in an attempt to gain further under-
standing on the effective behavior of these materials, we identify relevant microstructural variables
and work out explicit expressions for their evolution along a given macroscopic loading path.
Recall from Section 2.5 that the appropriate microstructural variables for “particulate” mi-
crostructures are the current volume fraction, ¢, the current aspect ratios, wy, ws, and the current
orientation of the particles in the deformed configuration—as determined from the average defor-
mation gradient in the “inclusion” phase F(z), by means of the tensor Z = Zj F@)il defined by
expression (2.84). For the special class of laminate microstructures of interest here, Zg = N @ N| so
that the aspect ratios of the particles, wy, ws, are initially unbounded, i.e., the particles are really
layers (see Section 2.4.2 for further details). As it will be seen more explicitly below, w; and we
remain also unbounded in the deformed configuration. Thus, in the context of laminates, there are
only two relevant microstructural variables: (i) the current volume fraction ¢, and (ii) the current

orientation of the layers in the deformed configuration. The former can be simply computed via

=(2)
det F
det F
The latter requires the consideration of the microstructural tensor Z7 Z, which in the present context
is given by:
PR C) BRI e
Z'7=F N®F N. (6.24)

Expression (6.24) clearly indicates that the symmetric, quadratic form Z* Z has two zero eigenvalues.

This has the direct implication—already mentioned above—that the aspect ratios of the “particles”,
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w1, wa, are unbounded in the deformed configuration. More importantly, expression (6.24) indicates

that the direction of lamination N in the undeformed configuration evolves into

@~ T

w1
n=|F N||~'F N (6.25)

in the deformed configuration (see Fig. 6.2). This last relation is nothing more than Nanson’s
formula. It essentially states that layer interfaces (with reference normal IN) are material surface
elements that evolve as such. In connection with expression (6.25), it is also expedient to recognize

that—by making use of the jump conditions (6.9) together with the average condition (6.6)—the

)

. =(2 .
transpose of the inverse of F( can be written as follows:

—@2)~ T co—1

g —=-T - = 1
F =

. { F'+(F'aN)F "-F 'NoF 'al. (626
Co+(Cofl)F a-N Lco—1

It is then a matter of straightforward algebra to conclude that expression (6.25) can be recast as the

following purely kinematical relation:
n=|F 'N||"'F 'N. (6.27)

That is, the evolution of the lamination direction along a given macroscopic loading path is entirely

characterized by the macroscopic deformation gradient tensor F.

F

~—
N n|[F 'N
F(l)

Figure 6.2: Schematic representation of the evolution of the direction of lamination along a loading path
with macroscopic deformation gradient F.

6.2 Plane-strain loading of Neo-Hookean laminates

The results developed in the preceding section are general as far as the elastomeric phases, W (1)
and W®), and the loading conditions are concerned. In this section, attention is restricted to
specific stored-energy functions for the phases, as well as to specific loading conditions, in order to
illustrate—in a transparent manner—the effective behavior of hyperelastic laminates subjected to
finite deformations. Of special interest is to bring out the effect of the heterogeneity contrast and
microstructure evolution on the overall response and stability of these materials. Thus, attention

will be restricted to Neo-Hookean stored-energy functions of the form

() CEG
W — “2 (F-F —3) — 1 In(det F) + <“2 - “3 ) (det F — 1)2, (6.28)
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Figure 6.3: Schematic representation of: (a) the applied boundary conditions, and (b) the evolution of the
lamination direction. In (b), the colored rectangle represents a typical layer with normal N in the undeformed
configuration; the dashed rectangle corresponds to the same layer in the deformed configuration, with current
lamination direction n.

where the material parameters x(") and (") denote, respectively, the shear and (three-dimensional)
bulk moduli of phase r at zero strain. Furthermore, attention will be restricted to isochoric, plane-

strain loading conditions of the form (see Fig. 6.3(a))

cosf® —sinh 0 A 0 0 cosf sinf 0
F=U=| sinf cosf® 0 0 x ' o0 —sinf cosf 0 |, (6.29)
0 0 1 0 0 1 0 0 1

where X and A denote the in-plane principal stretches associated with F, while  characterizes
the orientation (in the anticlockwise sense relative to the fixed laboratory frame of reference) of the
in-plane Lagrangian principal axes.

The restriction (6.29) to macroscopic plane-strain deformations has the direct implication that
the current direction of lamination in the deformed configuration, n, as determined by expression
(6.27), remains in the 1-2-plane (see Fig. 6.3(b)). In this connection, it proves expedient to introduce
the scalar variable ¢ as the (in-plane) angle—measured in the anticlockwise sense—that characterizes
the relative orientation of n with respect to the lamination direction in the undeformed configuration

N (see Fig. 6.3(b)). More precisely, making use of (6.27) and (6.29),
V2 (cos2 6+ X2 sin? 5)

\/1+X4—(X4—1)(3052§

¢ = cos™ (6.30)

6.3 Results and discussion

In this section, results are provided for the in-plane effective behavior of elastomeric laminates
with compressible Neo-Hookean phases characterized by stored-energy functions of the form (6.28),
subjected to a wide range of loading conditions of the form (6.29). Results are given for u(*) = 1,

x(1) = 100, various values of heterogeneity contrast, t = pu(?) /u®) = £ /51 and initial volume
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Figure 6.4: Effective behavior of a hyperelastic laminate with compressible Neo-Hookean phases subjected
to aligned pure shear loading (¢ = 90°). (a) The macroscopic stress dW /dA for various values of initial
volume fraction of the stiffer phase, co, as a function of the logarithmic strain € = InA. (b) The critical

stretch, Acrit, at which the homogenized laminate loses strong ellipticity for various values of the contrast
t= M(Q)/,u(l) = Ii(2>/l€(1), as a function of the initial volume fraction co.

fraction, ¢y, of the stiffer phase (i.e., phase 2). For clarity, the points at which loss of strong ellipticity

is encountered are denoted with the symbol “o” in the plots.

6.3.1 Aligned pure shear

Figure 6.4 presents the effective behavior of a hyperelastic laminate with compressible Neo-Hookean
phases subjected to aligned pure shear loading with # = 0 in (6.29). Note that in this case, A > 1
in (6.29) corresponds to compression along the layers, and A < 1, to tension. Part (a) shows the
effective stress d/W/dX for a contrast of t = u® /u(M) = k@) /() = 20 and initial volume fractions of
the stiffer phase of ¢y = 10, 30,50%, as a function of the logarithmic strain & = In \. Part (b) shows

-1
crit?

the critical stretch, A at which the homogenized response of the laminate loses strong ellipticity
for contrasts ¢t = 5,20, and 100, as a function of the initial volume fraction cg.

It is observed from Figure 6.4(a) that the effective behavior of the hyperelastic laminate is
harder for higher values of the initial volume fraction of the stiffer phase ¢y, as expected on physical
grounds. More importantly, it is recognized from Figure 6.4(a) that the overall response of the
elastomeric laminate under “tension” along the layers (i.e., for A < 1) is radically different from its
response under “compression” (i.e., for A > 1). Indeed, under “tension,” the material is seen to
remain stable for all applied deformations. On the other hand, under “compression,” the material
becomes unstable through loss of strong ellipticity at relatively small values of strain. This is due
to the vanishing of the effective incremental shear modulus 21212 and implies that the homogenized
material may develop localized shear deformations in planar zones with normal—in the deformed
configuration—es, and in the direction e; (see Fig. 6.3). This behavior is consistent with the

development of kink bands, which have been observed to appear in various types of stratified media
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Figure 6.5: Effective behavior of a hyperelastic laminate subjected to pure shear loading at various angles 6
(in the large deformation regime). The results correspond to compressible Neo-Hookean phases with contrast
t = u<2>/,u(1) = K(2)/K(l) = 20, initial volume fraction of the stiffer phase ¢o = 30%, and are shown as a
function of the macroscopic stretch A. (a) The macroscopic stress dW/ dX. (b) The angle of rotation of
layers ¢.

(see, e.g., Kyriakides et al., 1995).
A key observation that should be made from Figure 6.4(b) is that, under pure shear “compres-

. . . ~-1 . .
sion,” the elastomeric laminate becomes unstable at larger stretches A_,.;; (i.e., smaller compressive

strains) for higher values of the contrast ¢. In fact, it can be shown that Xc_ﬁlt — 1last — oo.
That is, for the case when the stiffer layers are taken to be rigid (i.e., for t = c0), the laminate is
already unstable at zero strain when subjected to pure shear compression. Of course, an elastomer
reinforced with rigid layers is itself rigid under loading conditions that require deformation of the
layers, such as aligned pure shear. The issue here is that in spite of being rigid, the material is
actually unstable when subjected to aligned pure shear compression.

Figure 6.4(b) shows further that X;; — 0 as ¢g — 0. This is consistent with the fact that the
elastomeric “matrix” phase of the material is strongly elliptic, so that in the absence of reinforcing
phase (i.e., for ¢g = 0) the material remains stable for all deformations. As the initial volume
fraction of the stiffer layers c¢g is increased from zero, the critical stretch at which the material loses

TTI ht . Lol .
strong ellipticity A.,;; increases monotonically up to ¢y = 50% at which \_,;; reaches a maximum.
-1
crit*

After this point, further increase in cg results in the monotonic decrease of X This behavior is

simply due to the fact that the reinforcing phase—similar to the “matrix” phase—is strongly elliptic,
so that in the limit as ¢g — 1, X;; — 0. In this connection, it should be noted that the results
shown in Figure 6.4(b) for X;; are completely symmetric about ¢g = 50%, the point at which the
material is most unstable. Finally, it should be pointed out that results similar to those shown in

Figure 6.4(b) were first obtained by Triantafyllidis and Maker (1985).



6. Hyperelastic laminates 148

6.3.2 Pure shear at an angle

Figure 6.5 provides plots for the effective behavior of Neo-Hookean laminates subjected to pure shear
loading at the fixed angles = 0,20°,40°,45°,50°, 70°, and 90°. Results are shown for a contrast
of t = u® /M = k@ /1) = 20 and initial volume fraction of ¢y = 30%, as a function of the
macroscopic stretch \. Part (a) shows the effective stress aw /dX, and part (b), the angle of rotation
of the layers ¢.

An important observation from Figure 6.5(a) is that for sufficiently large deformations, except
for the case with @ = 0, the elastomeric laminate consistently shows a stiffer response for higher
angles of loading, with the stiffest behavior being attained at = 90°. The macroscopic stress for
exactly @ = 0—though slightly below—is essentially equal to that for # = 90°. In this connection,
it is appropriate to remark that for the case of incompressible laminates, the effective stress-stretch
relation for § = 0 is exactly identical to that for & = 90°. In view of the relatively high values of
the bulk moduli of both phases, k(1) = 100 and £ = 20 x 100 = 2000, this explains the agreement
between the § = 0 and § = 90° results shown in Figure 6.5. It is further noted from Figure 6.5(a)
that loss of strong ellipticity takes place only for the loadings with the two smallest angles: 6 = 0
and # = 20°. Thus, it is seen that in spite of exhibiting practically identical stress-stretch relations,
the behavior for the loadings with # = 0 and § = 90° are actually very different in terms of stability.
Indeed, while the behavior for pure shear with § = 0, which corresponds to compression along the
layers, loses strong ellipticity, the behavior for pure shear with § = 90°, which corresponds to tension
along the layers, remains stable for all applied deformations.

Figure 6.5(b) illustrates that the layers rotate clockwise (with respect to the fixed frame of
reference) aligning themselves with the principal direction of tensile loading! (i.e., ¢ — 6 — 90° as
A — 00), for all loadings, except at @ = 0, for which the layers do not rotate, but instead remain
fixed for all applied stretches. That is, for aligned loadings, namely, # = 0 and 6 = 90°, there is
no evolution of the orientation of the layers. On the other hand, for misaligned loadings, the layers
undergo a total rotation equal to the complementary angle of § as A — co. Making contact with
the stress-stretch relations displayed in Figure 6.5(a), this behavior suggests that the rotation of the
layers is actually a softening mechanism, since, as shown by Figure 6.5, larger rotations correspond
to softer overall stress-stretch relations. This point is corroborated in the context of the next figure.

Figure 6.6 provides plots for a blow up in the small deformation regime of the results shown
in Figure 6.5. Figure 6.6 shows that loadings at complementary angles lead to identical effective
responses in the small deformation regime, in accordance with the linear theory. In addition, it is
observed from Figure 6.6(a) that—in the range from 6 = 0 to § = 45°—the effective stress-stretch
relations in the small deformation regime are softer for larger angles of loading, attaining the softest
response at § = 45°. As the deformation progresses in the finite deformation regime, the effective
responses at complementary angles deviate from each other, due to the difference in the evolution
of microstructure. Indeed, as already pointed out in the previous figure and as shown in Figure 6.6,
larger layer rotation consistently leads to softer stress-stretch relations. It is thus concluded that

the rotation of the layers, which depends critically on the loading conditions, is indeed a softening

IThis can be readily seen analytically by taking the limit X\ — oo in the equation (6.30) for ¢.
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Figure 6.6: Effective behavior of a hyperelastic laminate subjected to pure shear loading at various angles
0 (in the small deformation regime). The results correspond to compressible Neo-Hookean phases with
contrast t = u<2>/u<1) = m(2>/n<1) = 20, initial volume fraction of the stiffer phase co = 30%, and are shown
as a function of the macroscopic stretch X. (a) The macroscopic stress dW/dX. (b) The angle of rotation of
layers ¢.

mechanism.

With regard to the above discussion, it is important to make the following remark. In view of
the fact that smaller loading angles 0 lead to larger layer rotations, and hence, to softer effective
responses of the laminate at large deformations, the softest response will be generated at 6 = 0+ (i.e.,
an infinitesimal misalignment from § = 0). For such loading, the layers will undergo (essentially) a
total rotation of ¢ = 90°. This is in contrast to the behavior at exactly § = 0, for which there is
not evolution of the layer orientation and the effective response of the laminate, together with the
one at 6 = 90°, is the stiffest. This singularity at § = 0 is entirely consistent with the emergence
of kink-band-type instabilities discussed in the context of Figure 6.4 for compressive loadings along
the layers.

Figure 6.7 illustrates the effects of the loading angle, 6, and the heterogeneity contrast, t =
@ /M = k@ /KD on the onset of instabilities in elastomeric laminates subjected to pure shear.
Results are shown for Neo-Hookean phases with initial volume fraction of the stiffer phase of ¢y =
30%. Part (a) shows the critical stretch, Aerit, at which the homogenized laminate loses strong
ellipticity for contrasts of ¢t = 5,20, and 100, as a function of the loading angle 6. Part (b) displays
corresponding results for \..;; for loading angles of # = 0,10°, and 20°, as a function of the contrast
t.

It is observed from Figure 6.7(a) that the laminate becomes more stable with increasing values
of the loading angle §. In fact, Figure 6.7(a) shows that there is a threshold (depending on the
contrast t) in @, beyond which the material remains stable for all applied deformations. Note also
that the laminate is more unstable for higher values of the contrast ¢. This dependence is more

clearly illustrated by Figure 6.7(b). Interestingly, Figure 6.7(b) also shows that for aligned loadings
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Figure 6.7: Pure shear loading of Neo-Hookean laminates. (a) The critical stretch, Acrit, at which loss of
strong ellipticity takes place for various values of the contrast t = #(2)/’“(1) = Ii<2)/l£(1), as a function of
the loading angle §. (b) The corresponding results for A..;; for various values of the loading angle 0, as a
function of the contrast .

(i.e., for = 0), A.ri¢ has a vertical asymptote at t = 1. That is, under aligned pure shear loading
with compression along the layers, the existence of even an infinitesimal heterogeneity contrast (i.e.,
t # 1) between the layers will result in the material losing strong ellipticity at some finite stretch.
Of course, at exactly t = 1 the laminate corresponds to a homogeneous strongly elliptic material,
so that Ay = co. For misaligned loadings, there are no vertical asymptotes, but, instead, there
are thresholds (depending on 9) in t, beyond which the material remains stable for all applied
deformations. Note further that for all three loading angles, # = 0,10°, and 20°, Ay — 1 as
t — o0, indicating that in the limiting case of rigid layers, the material loses strong ellipticity at zero
strain. In summary, the above results indicate that compressive loading along the layers, together
with heterogeneity contrast between the phases, are two major factors in the possible development

of macroscopic instabilities in elastomeric laminates.

6.4 Concluding remarks

In this chapter, use has been made of the tangent second-order method of Ponte Castaneda and
Tiberio (2000) to develop ezact estimates for the effective behavior of hyperelastic laminates sub-
jected to finite deformations. It is emphasized that the new second-order estimates proposed in
this work reduce to the earlier tangent second-order method for the particular case of laminate
microstructures, and that the latter has been utilized here for mere computational simplicity.

In this work, an explicit expression for the evolution of the orientation of the underlying layers
in elastomeric laminates has been derived. Interestingly, this expression depends exclusively on the
applied macroscopic deformation, and not on the constitutive behavior of the phases, nor on their

volume fractions. Furthermore, it has been established that the rotation of the layers in elastomeric
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laminates subjected to finite deformations provides a softening mechanism on the overall behavior
of these materials.

Another main result of this chapter is that elastomeric laminates may develop kink-band-type
instabilities when subjected to sufficiently large compression along the underlying layers, provided
that there is a sufficiently large heterogeneity contrast between them. The development of these
instabilities have been related to the evolution of the microstructure, in particular, to the rotation
of the layers.

Finally, it should be re-emphasized that the results presented in this chapter are exact. In this
connection, they will be of great use in order to understand and validate the results presented in the
next chapter, where more general microstructures—which include laminates as a limiting case—are

considered.
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Chapter 7

Reinforced elastomers: cylindrical fibers,

random microstructure

This chapter is concerned with the effective behavior of fiber-reinforced elastomers. In particular,
attention will be restricted to the in-plane response of an isotropic elastomer reinforced with aligned
cylindrical fibers with elliptical cross-section. For the special case of rigid fibers and incompressible
matrix phase, closed-form, analytical results are obtained. The results indicate—in accord with
the findings of previous chapters—that the evolution of the microstructure has a dramatic effect
on the effective response of the composite, and, in particular, on its stability. More specifically,
it is found that the rotation of the fibers—induced by the applied finite deformations—generates
significant geometric softening in the composite. Moreover, in spite of the fact that both the matrix
and the fibers are assumed to be strongly elliptic, the homogenized behavior is found to lose strong
ellipticity at sufficiently large deformations. In particular, when the reinforced elastomer is loaded
in compression along the long, in-plane axis of the fibers, a certain type of “flopping” instability is

detected, corresponding to the composite becoming infinitesimally soft to rotation of the fibers.

7.1 Plane-strain loading of fiber-reinforced, random elastomers

In this section, we study the problem of plane-strain deformations of fiber-reinforced elastomers
where the cylindrical fibers, which are perpendicular to the plane of the deformation, are aligned
in the e direction. Moreover, the fibers have an initial volume fraction ¢y and are taken to have
an initially elliptical cross section of aspect ratio wg, and to be initially distributed with “elliptical
symmetry,” involving equal aspect ratios and orientations for all the fibers, in the plane of deforma-
tion. For simplicity and without loss of generality, wy will be taken greater than or equal to one in
the development that follows. Note that the applied deformation F here is entirely characterized by
the 4 in-plane components: F11, Fao, F12, and Fa1, since the out-of-plane components are known:
Fi3=Fo3 = F31 = F33, =0, and F33 = 1 (see Figure 7.1(a)).

Recalling the section on microstructure evolution from Chapter 2, the relevant microstructural
variables, in the context of plane-strain loading for the type of fiber-reinforced elastomers considered
here, are the current value of the volume fraction, ¢, the average in-plane aspect ratio, w, and the

average in-plane orientation of the fibers, ¢. Figure 7.1(b) shows an schematic representation of the



7. Reinforced elastomers: cylindrical fibers, random microstructure 153

Fy4 €,

000 J, S

0
%0 0 n N

N

o OO

O O

-«

'SDV

—
o
N
—
=3
=

Figure 7.1: Schematic representation of the microstructure of a fiber-reinforced elastomer, depicting the
applied loading and the various microstructural variables. (a) The 1-2 cross section of the composite together
with the applied loading conditions. (b) The shaded ellipse represents the 1-2 cross section of a typical fiber
with initial aspect ratio wo = zg/z? in the reference configuration; the dashed ellipse corresponds to the
1-2 cross-section of the same fiber in the deformed configuration, with current aspect ratio w = z2/z1 and
current orientation relative to the fixed laboratory frame given by ¢.

cross section in the plane of deformation of a typical fiber with the various microstructural variables.
In this figure, the shaded ellipse represents the 1-2 cross section of a typical fiber with initial aspect
ratio wp = 29 /2 in the reference configuration, with the rectangular Cartesian basis {e;} denoting
its principal directions. The dashed ellipse represents the 1-2 cross section of the same fiber in the
deformed configuration. In this connection, the current average aspect ratio of the fiber is denoted
by w = 22/2z1 and the corresponding average principal directions are denoted by the rectangular
Cartesian basis {e}, whose orientation relative to {e;} is determined by the angle ¢ (which is
measured in the anticlockwise sense). (Note that the initial orientation of the fibers corresponds to
¢o = 0.) For convenience, the basis {e;} defining the principal direction of the inclusions in the
reference configuration will be identified here with the fixed laboratory frame of reference. In the
rest of this chapter, the components of any tensorial quantity will be referred to {e;}.

Following Section 2.1.3, the elastomeric matrix and fiber phases are taken to be characterized by
(2D) isotropic stored-energy-functions of the form:
k() — ()

W (F) = ¢ (1) + h" (J) + 5

J—1)%, (7.1)

where it is recalled that ¢(") and h(") are material functions of their arguments: I = A\? + A3 and
J = M Xo. Furthermore, the parameters p(”) and (") denote the initial shear and in-plane bulk
moduli of phase r, respectively. The analysis that follows will be carried out for general stored-energy
functions of the form (7.1); however, for definiteness, results will be illustrated for Gent materials

with stored-energy function (3.2), repeated here for convenience:

W(F):—% n[1—IJ_mQ] —uan+<K;”—J/;) (J - 1), (7.2)

Recall that in this expression, the parameter J,,, is the limiting value for I — 2 at which the material
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locks up. Recall as well that the stored-energy function (7.2) is strongly elliptic provided that p > 0,
Jm >0, and k > 2u/Jp, + @, which will be assumed here.

Next, making contact with the decompositions F = RU and U = QﬁﬁT used in the context
of expression (2.66), it is convenient for later use to introduce angles ¥» and 6, serving to quantify
the macroscopic rotation (or “continuum spin”) R, and the orientation (in the anticlockwise sense
relative to the fixed laboratory frame) of the in-plane Lagrangian principal axes (or “loading angle”)
Q, via the expressions:

yo cosf —sinib and 0= cos? —siriﬁ . (73)
siny  cosvy sinf  cosf
The principal values of U are, of course, the macroscopic principal stretches A; and Ay. Thus, the
4 independent loading parameters ¥, 8, A\; and A, are entirely equivalent to the 4 parameters F1,
Foo, Fig, and Fy.

Having specified the initial microstructure, the constitutive behavior of the matrix and fibers,

and the applied loading conditions, we next compute the specialization of the second-order estimate

(2.62) to the class of reinforced elastomers of interest in this chapter.

7.1.1 Second-order homogenization estimates: compliant fibers

Some of the algebraic manipulations that were utilized in the computation of the second-order esti-
mate (2.69) for 2D periodic, porous elastomers in Chapter 4 prove equally helpful in the computation
of the second-order estimate (2.62) for fiber-reinforced elastomers under plane-strain deformations.
Thus, it suffices to consider the in-plane components of the modulus tensor L(!) of the matrix phase

of the linear comparison composite, which may be conveniently expressed as a matrix in J4*4:

Liiin Lii22 Linie Luaa

Li122 Lagss  Lagiz  Looon (7.4)
, )

Li112 La21z Liziz  Li2o1

Li121 Log21 L1221 Loim
where, for notational simplicity, the superscript ‘(1) has been suppressed for the components of
L™ and use has been made of major symmetry (i.e., Lijii = Lgij). Recalling that L* has been

taken to be orthotropic, it follows that it may be written in the form:

Lt Lz 0 0

Li1aa Loy 0 0 (7.5)
0 0 Lis1s Lis
0 0 1221 Ldios

Since R and Q can be readily computed from F, prescription (2.66) entails that L™ possesses 6 in-
dependent components, namely, L7111, L5992, L1129 Li219, L5191, and Li,9;. For the reasons already
explained in preceding chapters, the following constraints are imposed among the components of
(7.5):

5121 = Lia19, and  Ligg = \/(Lﬁu — Li212) (L3990 — Lia12) — Li12s- (7.6)
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Next, with the choice (2.66) for the modulus L™ of the matrix phase of the LCC, the conditions
(7.6) for the components (7.5) of L*, and making use of the identifications £f = L3111, €5 = L399,
05 = Lig19, and £} = L7145, the equations (2.68) can be seen to reduce to 4 consistent equations for
the 4 components of F®. These equations are more conveniently expressed in terms of the variable

Y:

Ye:QTﬁ?(Fﬂ%-F)Q, (7.7)
which leads to the expressions:
(Yi1)? +2fiViaYer = ki,
(Ya2)” +2foY12Ye1 = ko,
(Y12)2 + (Y21)2 +2f3Y12Yo1 = ks,
Y11Yoo —Y12Yor = ky, (7.8)

where fi = 0Li991/0L1111, fo = 0L3291/0L5099, f3 = OLi91/0L7515, and

by = (1_07000)2 (D-#®). i];*n (D-#®),
s = (1_67000)2 (D-#®). (%E; (D-#®),
k=50 i0c0)2 D- F<2>) a‘zi; D- F<2>) (7.9)

In relations (7.9), F(2) = QR F(z)a and E* = (P*)™! — (1 — ¢p)L* with P* such that
Pijkl = @rm@jn@sp@lqﬁirﬁkspr:@npq; (710)

have been introduced for ease of notation. Moreover, the tensor P in these expressions is given
by (2.57), which can be integrated analytically. However, the final explicit expressions will not be
included here for their bulkiness.
Equations (7.8) can be shown to yield two distinct solutions for Y77 and Yas, in terms of which

the combinations Yi2Y51 and Y3 + Y4 may be determined. The two solutions read as follows:
+ 2f1ks + k1 Y= 2f1ko + ky ’

VAfTks + 4tk + b VAfTks + 4fiks + by
YieYor = YiiYas —ky, Y+ Y5 = ks — 2f3Y12Ya1, (7.11)

Y11

where it is emphasized that the positive (and negative) signs must be chosen to go together in the
roots for Y77 and Yas.

Next, using the relation FO = R QYQT + F, each of the two distinct roots for Y may be
substituted into expression (2.65). The resulting relation, together with expression (2.64), form
a system of 8 nonlinear algebraic equations for the 8 scalar unknowns Fﬁ),ﬂ?,ﬁ?,ﬁ?, Ly,
L3999, L1199, and Ljs;5, which must be solved numerically. It is worth mentioning that by exploiting

the objectivity and isotropy of the stored-energy functions of the phases of the composite, the

equations obtained from (2.65) and (2.64) may be finally cast into a rather simple form. Having
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computed the values of all the components of F(Q) and L) for a given initial fiber concentration
co and aspect ratio wp, given material behavior ¢, h(") and ("), and given loading F, the values
of the components of FY and FO can be readily determined using relations (2.60); together
with (2.64) and (7.11), respectively. In turn, these results may be used to compute the second-order
estimate (2.62) for the effective stored-energy function W of the fiber-reinforced elastomers. Also, the
evolution of the microstructural variables ¢, w, and ¢ may be determined from the estimate for f(z),
)71, as discussed in Section 2.5. Thus, letting Z7Z = KWK,

where W is a diagonal tensor with components z; 2 and 2y 2 such that w = 2, /21, the orthogonal

by means of the tensor Z = Zg P

tensor K defines the fiber-orientation angle ¢ (see Figure 7.1(b)) via the relation:

K= cos¢ —sing . (7.12)
sing cos¢

In connection with these results, it is important to remark that the two above-mentioned roots
lead to very similar results for the effective behavior of fiber-reinforced elastomers when both (")
(r = 1,2) and wy are finite (of the same order as p(!)). However, in the limiting case when the
microstructure approaches a simple laminate with compressible phases, i.e., for wy >> 1 with &(")
and p(1) finite, there is only one root that is superior to the alternative choice, since only one
root recovers the exact effective behavior of simple laminates. The choice of such root depends
on the loading conditions. For instance, for aligned—with § = 0—loading conditions with A\; > 1
(A1 < 1), only the “positive” (“negative”) root recovers the exact behavior of simple laminates. On
the other hand, for the case when the bulk modulus of the phases is large, and the aspect ratio
of the fibers is finite, i.e., for k(™ >> 1 and wy finite, it can be shown that only the “negative”
root generates physically meaningful estimates—regardless of the loading conditions. (However, in
the incompressible limit, £(") = 0o, both roots recover the exact result for the laminate, wy = 00.)
Consequently, given that the primary interest here is in rubbers (which are known to be nearly
incompressible) reinforced with fibers of finite aspect ratio, the “negative” root should be used in the

computation of the second-order estimates for the effective behavior of fiber-reinforced elastomers.

7.1.2 Second-order homogenization estimates: rigid fibers
Compressible matrix

The computation of the second-order estimates (2.82) for the effective behavior of compressible elas-
tomers reinforced with rigid fibers parallels that given in Section 7.1.1 for the elastomers reinforced
by compliant fibers. Indeed, prescribing the same restrictions (7.6) for the modulus tensor L™ of the
matrix phase of the linear comparison composite, equation (2.81) can be seen to provide 4 consistent
equations for the 4 components of F®). These equations have the same form (7.8) introduced in
Section 7.1.1 in terms of the variable Y, defined by relation (7.7), where now the corresponding f7,
fo, f3, k1, ko, k3, k4 are functions of L%y, Lisss, Liis9, Lisie, F, R, as well as co, wo, and the
matrix constitutive functions, g/, AV, and ™). (Recall that for rigid fibers w = wy.)

Next, each of the two distinct roots of equations (7.8) may be substituted into the generalized

secant equation (2.65), using the expression FO =R QYQT +F. The resulting equation, together
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with the expression (2.79) for the orthogonal tensor ﬁ(z) characterizing the average rotation of the
fibers ¢ (note that K = E(Q) in this case), form a system of 5 nonlinear algebraic equations for
the 5 scalar unknowns ¢, Li111, L3999, Li199, and Lis;5, which must be solved numerically. Having
computed the values of these variables, for given fiber concentration ¢y and aspect ratio w, given
matrix behavior, ¢, A(!), and k™), and given loading F, the values of the components of FO
can be readily determined using relation (7.11). In turn, these results can be used to compute
the second-order estimate (2.82) for the effective stored-energy function W of the rigidly reinforced

elastomers. Finally, the same comments apply as in the previous subsection concerning the selection

of the roots in expressions (7.7).

Incompressible matrix

The above expressions can be simplified considerably in the limit of incompressible behavior for
the matrix phase, i.e., k') — oo. In this context, it is recalled that the asymptotic behavior of
the two above-mentioned “roots” is quite different for large values of x(1). More specifically, in the
limit k() — oo, the second-order estimates associated with the “negative” root can be shown (see

Appendix I) to be consistent with the ezact overall incompressibility constraint:
C(F)=detF —1=0, (7.13)

whereas the estimates associated with the “positive” root lead to a different constraint, and are
therefore inconsistent with the physics of the problem. Having clarified this point, it is noted that
under plane-strain conditions the macroscopic incompressibility constraint (7.13) implies that the
principal stretches can be written in the form A; = X and Ay = 1/), where A > 1, so that there
is only one loading parameter in this case (apart from the loading angle 6). It then follows (see
Appendix I) that the second-order estimate (2.82), associated with the “negative” root, for the
effective stored-energy function of an incompressible, isotropic elastomer reinforced with aligned,
rigid fibers of elliptical cross section, in volume fraction ¢ = ¢y, and with aspect ratio w = wy,
(w > 1), reduces to:

WI(F) =W () =WQX,0) = (1—c)gHID), (7.14)

where
c(l +X2)2 + [1 +2(c—2) by +X4} w+ c(l +X2)2w2

J - _
(1-— 0)2)\2w

C(X4—1) (w—1)
- (1- 0)2X2w
2¢ (1 +X2) (1+w?)

- o050 cos (p) . (7.15)

sin () sin (¢ — 26)

In this relation, the angle ¢ is given by
p=0¢—1, (7.16)
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and satisfies the kinematical relation:

2% (1 + w?)sin () — (XZ - 1) (w? = 1)sin [2(p — 0)] = 0. (7.17)

Thus, the angle ¢ serves to describe the evolution of the particle orientation ¢ = ¢ +1), as a function
of the loading parameters A and @, for a given value of the fiber aspect ratio w, via the remarkably
simple relation (7.17).

There are several important remarks that should be made in the context of expression (7.14)
for the effective stored-energy function of the incompressible reinforced elastomer. First, this es-
timate linearizes properly, and therefore recovers the correct linearized moduli of the composite,
in agreement with the Willis estimates for incompressible, rigidly reinforced, elastic materials, at
small deformations. Second, this estimate can be seen to be consistent with owverall objectivity,
Wi (F) = Wi (U), in view of the dependence on the rotation of the particles through the differ-

“macroscopic” rotation angle 1 and the “microstructural” rotation angle ¢. This

ence between the
difference is what is known in plasticity as the “plastic spin.” Finally, it should be remarked that
the stored-energy function (7.14) has been shown to satisfy the polyconvex, lower bound (Ponte
Castaneda, 1989). For conciseness, the corresponding details will be omitted here. The Voigt upper
bound (Ogden, 1978) becomes +oco in this context, so that it is trivially satisfied by (7.14).

There are also several interesting remarks that may be made on the context of expression (7.17)
for the relevant microstructural variable, ¢ = 1) + ¢, the average rotation angle of the fibers. (Recall
that in this case the volume fraction, ¢, and aspect ratio, w, of the fibers remain fixed, irrespectively
of the applied deformation.) First, it is interesting to remark that the misalignment angle ¢ depends
exclusively on the applied strain (A and #) and the shape of the fibers (w), but not on the constitutive
behavior of the matrix phase, nor on the volume fraction of fibers. Second, it can be shown from
(7.17), that ¢ — 6 — /2 as A\ — oo, for all § € (0, 7). That is, as X increases, the fibers tend to
orient themselves in such a way that their longest in-plane axes tend to become aligned with the
tensile loading axis. Note that this behavior is in accord with the behavior of laminates presented in
the preceding chapter. Further, for the special value of § = 0, when the fibers are already (initially)
aligned with the loading axes, the fibers do not rotate, but instead, remain fixed in orientation.
In particular, this implies that the large-deformation behavior of ¢ has a discontinuity at 6 = 0,
corresponding to the situation when the fibers are aligned with the compressive axis, since in this case
@ — —m/2(m/2) as X — oo, for § = 0+ (0—), but ¢ = 0, V A, for § = 0. In the results section, this
behavior will be related to the possible development of symmetry-breaking, macroscopic instabilities,

for loading conditions involving compression along the long axes of the fibers.

Incompressible matrix: special cases

The second-order estimate (7.14) is valid for arbitrary fiber cross section. This includes two inter-
esting extreme cases: w — 00, corresponding to a laminated material, and w = 1, corresponding to
an isotropic distribution of circular fibers.

For the laminate case (w — o0), the stored-energy function (7.14) can be shown to become

unbounded for all deformations except for simple shear “parallel” to the layers, i.e., F = I+7e;®ey,
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where 7 is the amount of macroscopic shear. This is consistent with the fact that this type of
deformation is the only one that may be achieved without deforming the rigid phase. It is easy to
show that for w — co and F = I+ J e, ® ey, expression (7.15) reduces to:

=2

W=_7 49 1
=07 + (7.18)

Also, in this case, as w — oo, equation (7.17) simplifies to:

2 Xsin () — (XZ - 1) sin [2(¢ — )] = 0. (7.19)

Now, recalling that for the special case of laminates the effective behavior can be computed
ezactly by making use of the fact that the fields are constant in the phases, it is straightforward to
show that the exact result for the effective stored-energy function of the type of laminates considered
here is given by W/ (U) = (1—c)g™M (7(1)), where T is the first invariant of the right Cauchy-Green
deformation tensor associated with the exact average deformation gradient in the soft phase of the
laminate, namely, AR S Recognizing now that under simple shearing “parallel” to the
layers the rotation of the rigid phase E(Z) =1, the average deformation gradient in the soft phase
may be computed exactly to yield F(l) =I+7%/(1 —c)ex ® e;. Thus, it can be deduced that
I = 7(1), so that the second-order estimate (7.14) recovers the ezact result in the limit as w — oo.
It is also a matter of straightforward algebra to show that for F = I 4+ 7 ey ® ey, expression (7.19)
yields ¢ = — arcsin(i/\/m) = —1), so that the angle of rotation of the rigid phase as predicted
by the second-order estimate reduces to the exact result ¢ = 0.

On the other hand, for the isotropic case (w = 1), it is easy to show that ID reduces to:

0 _ 1+2674CX+262X274CX3+(1+20)X4. (7.20)

2 <2

(I—=¢)A

Note that () depends on the principal stretch X (but not on the loading angle ), so that the
corresponding stored-energy function (7.14) is isotropic (in the plane of deformation). There are,
unfortunately, no exact results available for the effective behavior of isotropic, rigidly reinforced,
incompressible elastomers to which to compare (7.20). But it is easy to see from (7.17) that the
second-order estimates predict that ¢ should be exactly zero, so that the particles rotate precisely
with the applied macroscopic rotation, i.e., ¢ = ¢, which is entirely consistent with the in-plane
isotropic symmetry of the reinforcement and its distribution.

We conclude this section by remarking that we are not aware of any results in the literature con-
cerning the rotation of rigid fibers in (incompressible) hyperelastic materials under finite-deformation
conditions. Thus, the relation (7.17), which appears to be physically consistent, at least from low

to moderate concentration of fibers, and remarkably simple in character, is the first of its type.

Application to rigidly reinforced, incompressible, Gent elastomers

In this subsection, for definiteness, we specialize the general result (7.14) to the particular case of
rigidly reinforced, incompressible, Gent elastomers. Thus, making use of relations (7.2) and (7.14),

the effective stored-energy function for incompressible Gent elastomers reinforced with aligned rigid
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fibers of elliptical cross section, with volume fraction ¢ and aspect ratio w, (w > 1), may be written

as:

WHO) = (c—1)

(1) o
K 2‘]” In [1 - ] : (7.21)

Im
where 1) is given by (7.15). It then follows that the corresponding result for rigidly reinforced
elastomers with incompressible Neo-Hookean matrix phases may be readily obtained upon taking

the limit J,,, — oo in (7.21). The result reads as:

— @ .

WH(T) =(1- c)“T(ﬂl) —9). (7.22)
The above expressions can be written more explicitly in the limit of in-plane isotropic symmetry
of the reinforcement. In this context, (V) is given by (7.20) so that the expression (7.21) may be
shown to reduce to:
(N —1)2 [(X+ 12 +2c¢(3 + 1)}

In |1 - . (7.23)
TmA (1 — )2

p Mg,

W(T) = (c—1)

Similarly, (7.22) reduces to:

PO - 1)2 [(X +1)2 42N + 1)}

e
W) N1 - c)

(7.24)

It is interesting to note that the effective stored-energy function (7.21) for reinforced Gent elas-
tomers locks up when the condition IM = J. + 2 is satisfied. In order to get a representative
notion of the behavior of this condition it is best to consider the simpler case of in-plane isotropic
symmetry. For this case, it is straightforward to show that the stretch at which the material locks

up is given by:

_ 1 1
Mock = P1 + 3 +p? —p2 + \/pl (2p1 +1/2+4p? —4p2) P23 (7.25)

Here p; = ¢/(1+2c¢) and ps = (4c—2— (1 —c¢)?J,,)/(4+8¢). For comparison purposes, it is noted

that the associated matrix phase material locks up at:

—matriz \/2 + Jm + V Jm (4 + Jm)
Alock = \/§ .

It is not difficult to check from (7.25) that Aock is a monotonically decreasing function of ¢ in the

(7.26)

physical interval ¢ € [0,1], taking the values A\jocx = X;Zs,zmx at ¢ = 0 and Mo, = 1 at ¢ = 1.

In other words, reinforced Gent elastomers lock up at smaller finite stretches than the associated
matrix phase materials. This is consistent with the fact that, on average, the deformation in the
matrix phase of a rigidly reinforced material is larger than the macroscopic applied deformation
(since the rigid phase does not deform), leading then to an overall smaller lock-up stretch.

As a final remark, it is noted that a result similar to (7.23) has been obtained (unpublished work)
from an earlier version of the second-order estimate used in Lopez-Pamies and Ponte Castaneda

(2004a) for the same type of Gent elastomeric composite. The two estimates, even though identical
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up to third order in the infinitesimal strain (i.e., up to O(A—1)3), are significantly different for large
values of the matrix lock-up parameter J,, and high concentration of fibers ¢, at large deformations.
This disparity is due to the difference in the limiting lock-up behavior of both estimates as J,,, —
oo. Indeed, unlike expression (7.25), which becomes unbounded as J,, — oo, the lock-up stretch
computed from the earlier second-order estimate yields Ajoer, = 1 /c as J,, — oo. In essence, both
types of estimates indicate that the presence of rigid particles enhances the lock-up effect, which
is physically expected. However, we believe that the new predictions may be more realistic for
composites with random microstructures, for which the addition of rigid particles would enhance

the lock-up effect, provided that it is already present in the matrix phase.

7.1.3 Loss of strong ellipticity

In this subsection, the specialization of the strong ellipticity condition (see Chapter 2, Section 2.6):

Kipmimy, = LijraN;Nymymy, > 0 (7.27)

S a2 ;
for all m ® N # 0 with £ = 9?W /OF ", will be spelled out for the second-order estimates for the ef-
fective constitutive behavior of the compressible and incompressible reinforced elastomers developed
in this section. To this end, and for simplicity in the incompressible case, it proves useful to choose
the current configuration of the material as the reference state. Thus, recalling that (Chadwick and

o~ ~

Ogden, 1971) Ly = JF,, " Fy,' £¢

¢ ks> Where the superscript ‘c’ denotes evaluation in the current

configuration, the strong ellipticity condition (7.27) may be rewritten as:

~

K& mim; = L amgmimimy > 0, (7.28)

(2

~

for all n ® m # 0. Here, IA(jk = L{;;ynjn is the acoustic tensor corresponding to the situation when
the current and reference configuration coincide, and use has been made of the fact that J > 0. In
this work, we are mainly interested in determining the boundary of the domain in deformation space,
containing F = I, at which strong ellipticity fails. (Recall that the type of reinforced elastomers
considered here are characterized by strictly convex, and therefore strongly elliptic, effective stored-
energy functions in the neighborhood of F = I.) Then, it is clear that condition (7.28) will first
cease to hold true away from F = I whenever the acoustic tensor K¢ becomes singular. For plane-

strain deformations, this amounts to the existence of real roots ny /ng in the fourth-order polynomial

equation:

2
AC nl AC AC nl AC
det | Lf k1 (le) + (Liige + Liak) e + Lk | =0, (7.29)

where n; and ny denote the direction cosines of the normal n to the characteristic direction in the
deformed configuration. Explicit (but cumbersome) conditions on the components of the incremental
modulus £° may be written down in order for the quartic equation (7.29) to possess complex roots.
However, in general, it is simpler to determine the onset of loss of strong ellipticity by monitoring
the four roots of (7.29), which are known in closed form, along the loading path of interest, and

detecting at which point at least one of these 4 roots becomes real. Once the real roots ni/nq are
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detected, they can be substituted in expression (7.28) in order to compute the associated eigenvectors
m corresponding to the zero eigenvalues of the acoustic tensor.

The loss-of-ellipticity condition (7.29) cannot be applied directly for incompressible reinforced
elastomers. This is because the effective stored-energy function W becomes unbounded for all
deformations not satisfying the incompressibility constraint det F = 1, which implies that some of
the components of the corresponding incremental modulus tensor L become unbounded as well.
Consequently, the condition (7.29) must be suitably adapted for incompressible elastomers. Noting
that the incompressibility constraint det F = 1 implies that the vectors n and m in expression (7.28)
must be such that n-m = 0, it can be shown from (7.28) that, under plane-strain conditions, the
loss of strong ellipticity is first attained away from F = I, whenever the fourth-order polynomial

equation:

4 3
-~ ny -~ “~n ny -~ =c
2121 () —2 ( Ti21 — 5221) () + {55111 + L322
N9 n2
2
~ ~ ny ~ ~ ny ~
-2 ( T122 55221)} () +2 ( T112 — 5212) — + Li312=0 (7.30)
%) %)

admits one or more real roots nj/ny. It should be emphasized that the coefficients of the quartic
equation (7.30), which correspond to projections of the acoustic tensor K¢ onto the space of iso-
choric deformations, have finite values. Similar to the previous case of compressible materials, the
loss of strong ellipticity of homogenized incompressible elastomers can be determined efficiently by
monitoring the four roots of equation (7.30), which are available in closed-form, along the loading
path of interest, and detecting at which point at least one of these 4 roots becomes real. For later
use, it is helpful to record here the simplification of condition (7.30) for the situations in which the
loading is aligned with the microstructure (i.e., without loss of generality, for § = 0 and 0 = 7/2).

Then, the odd terms disappear and we are led to:
ny\* ny\ 2
=c 1 ~c ae e e 1 re
2121 (712) + [51111 + L5999 — 2 ( 1122 T ‘C1221)] <nz> + L2120 = 0. (7.31)

Moreover, simple conditions (on the components of Z',c) may be written down in order for the fourth-
order polynomial equation (7.31) to possess complex roots. Indeed, it is straightforward to show
(see, e.g., Hill, 1979) that necessary and sufficient conditions for the quartic equation (7.31) to have

complex roots are expressible as:

(i) L2 >0, (ii) L5121 >0,
BN P~ . ~ L5 + L5
(iii) LG919L5191 — (Li122 + Li901) + % > 0. (7.32)

Thus, under aligned plane-strain deformations, loss of strong ellipticity of homogenized, incompress-
ible, reinforced elastomers will first take place at the point at which one of the inequalities in (7.32)
fails to hold true.

Finally, it should be mentioned that the traces of the effective incremental modulus L that
appear in the above conditions for the loss of strong ellipticity of incompressible, rigidly reinforced

elastomers under plane-strain deformations may be conveniently written in terms of the effective
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Figure 7.2: Effective response, as predicted by the second-order (SOE) and the exact result for sequentially
laminated materials (deBotton), of a rigidly reinforced elastomer subjected to pure shear loading. The
results correspond to an incompressible Neo-Hookean matrix phase and various values of the reinforcement
concentration ¢, and are shown as a function of a the principal macroscopic stretch X. (a) The effective
stored-energy function W. (b) The corresponding stress S = dW/ dX.

stored-energy function W, given by expression (7.14), and its first and second derivatives with

respect to its arguments A and 6. For brevity, the final expressions are not included here.

7.2 Results for plane-strain loading: random reinforced elas-

tomers

This section presents results associated with the second-order estimates for general plane-strain
loading of fiber-reinforced elastomers with Gent and Neo-Hookean phases. Results are given for
pM = 1 and various initial volume fractions, ¢y, and aspect ratios, wp, of the fibers, and were
computed up to the point at which the effective incremental moduli were found to lose strong
ellipticity, or truncated at some sufficiently large strain if no such loss was found. For clarity, the
points at which loss of strong ellipticity is encountered are denoted with the symbol “o” in the
plots. The results and discussion for pure shear loading of (in-plane) isotropic (i.e., w = 1), rigidly
reinforced, incompressible, Neo-Hookean and Gent elastomers are presented first. They are followed
by the results for pure shear loading of compressible and incompressible Gent and Neo-Hookean
elastomers reinforced with fibers of elliptical cross section (i.e., w > 1). Finally, results for simple
shear of rigidly reinforced, incompressible, Neo-Hookean elastomers are discussed. The idea behind
the choice of these results is to bring out the effect of the microstructure evolution, which depends

critically on the boundary conditions, on the overall response and stability of the material.
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7.2.1 Pure shear: circular rigid fibers and incompressible matrix

Figure 7.2 illustrates results for the effective behavior, as predicted by the second-order method, of
an incompressible Neo-Hookean elastomer (k(*) — oo) reinforced with rigid fibers of circular cross
section (w = 1) under pure shear loading (A\; = Ay b o A). In particular, results are shown, as a
function of the macroscopic stretch A, for: (a) the effective stored-energy function W, and (b) the
associated stress S = dTW /d, for fiber concentrations of 10, 20, and 30%. (Note that the closed-form
expression for the effective (SOE) stored-energy function shown in Figure 7.2(a) is given by (7.24).)
As stated above, there are no exact solutions for the effective behavior of isotropic, incompressible
elastomers reinforced with a random, isotropic distribution of circular, rigid fibers to which to com-
pare the results displayed in Figure 7.2. However, there is an exact result due to deBotton (2005) for
the in-plane effective behavior of two-phase, transversely isotropic sequentially laminated composites
with incompressible Neo-Hookean (matrix and inclusion) phases. Such an exact result (with rigid
inclusion phase) has been included in Figure 7.2 for comparison purposes. It is observed that the
agreement between the SOE and deBotton’s results is good, especially for smaller volume fractions
of the rigid phase. The agreement is also seen to improve for smaller values of the applied stretch. In
fact, it can be shown that the second-order estimate (7.24) reduces identically to deBotton’s result
(see Eq. (56) in deBotton, 2005) up to third order in the strain (i.e., up to O ((A —1)%)). An inter-
esting remark regarding the rather good agreement between the second-order estimate (7.24) and
deBotton’s result for sequentially laminated composites is now in order. Recall that the second-order
estimate (7.24) has been developed for Neo-Hookean elastomers reinforced by circular, rigid fibers,
as schematically depicted in Fig. 7.1(a). However—given that use has been made of the HS-type
estimate (2.55) to solve the LCC auxiliary problem—expression (7.24) can also be reinterpreted
as an estimate for the effective stored-energy function of isotropic, rigidly reinforced Neo-Hookean
materials with other microstrucutres for which (2.55) is a good approximation (when the phases are
taken to be linearly elastic). In this regard, it so happens that the exzact overall modulus tensor
of two-phase, linear composites with the sequentially laminated microstructure proposed by deBot-
ton (2005) is precisely the HS-type estimate (2.55). Thus, expression (7.24) can be interpreted as
the second-order estimate for the effective stored-energy function of rigidly reinforced Neo-Hookean
elastomers with the sequentially laminated microstructure of deBotton (2005). This explains the
good agreement between the SOE and deBotton’s results in Figure 7.2. To conclude this discussion,
it is interesting to note that—given that for the sequentially laminated microstructure, the homog-
enization step in the second-order procedure is carried out exactly—the discrepancies between the
SOE and deBotton’s results illustrated in Figure 7.2 constitute a measure of the accuracy of the
linearization process in the second-order method.

Figure 7.3 presents the effective behavior as predicted by the second-order method for an incom-
pressible Gent! elastomer (k1) — o0o0) reinforced with rigid fibers of circular cross section (w = 1)
under pure shear loading (A\; = Ay - ). Results are shown for fiber concentrations of 10, 20

and 30%, and a value of the matrix lock-up parameter J,, = 50, as a function of the macroscopic

1Unlike for Neo-Hookean composites, there are no exact results available for sequentially laminated composites
with Gent phases.



7. Reinforced elastomers: cylindrical fibers, random microstructure 165

60 30 G
# fr
50 5| Y = 0o ]
w =
40 207 _gg
W 30 S 15 ¢ = 0.3~
c=0.2
20 0 ._01 \
10 S\ AL Matriz
0 o
1 2 3 4 5 6
A

Figure 7.3: Second-order estimates for the effective behavior of elastomers reinforced with rigid fibers of
circular cross section subjected to pure shear loading. The results correspond to an incompressible Gent
matrix phase with given matrix lock-up parameter J,,, = 50 and various values of the fiber concentration c,
and are shown as a function of the principal macroscopic stretch A. (a) The effective stored-energy function
w. (b) The corresponding stress S = AW Jd.

stretch \. Part (a) shows the effective stored-energy function, and part (b), the associated stress
S = dW/ d\. Note that the closed-form expression for the effective stored-energy function shown
in Figure 7.3(a) is given by (7.23). A major observation that can be made from Figure 7.3 is the
increasing reinforcement effect of the elastomeric matrix with the addition of rigid fibers, which is
consistent with experimental observations. It is also interesting to remark that the stretch at which
the elastomeric composite locks up depends very strongly on the concentration of fibers. Indeed, it is
observed that the composite locks up at smaller stretches with increasing values of ¢, as anticipated
in the previous section.

Figure 7.4 shows corresponding plots for the effective behavior of an incompressible Gent elas-
tomer reinforced with 30% of rigid fibers of circular cross section under pure shear loading for values
of the matrix lock-up parameter .J,,, = 50,100, 500, and .J,, — 00, as a function of the macroscopic
stretch \. Part (a) shows the effective stored-energy function, and part (b), the associated stress
S = dW/ d). Tt is observed from Figure 7.4 that the overall response of the reinforced elastomer is
strongly dependent on the matrix lock-up parameter J,,,, which is not surprising since the response
of the matrix itself is also highly dependent on J,,. It is further noted from this figure that the
second-order estimate for the effective behavior of a rigidly reinforced Neo-Hookean elastomer (i.e.,
Jm — 00) does not exhibit lock-up at finite stretch, as already discussed in the context of equation
(7.25). This is in contrast to the previous result obtained by Lopez-Pamies and Ponte Castaneda
(2004a) with an earlier version of the second-order method, where lock-up was found to be attained
at A = 1/c for reinforced Neo-Hookean elastomers. For the reasons stated in Section 7.1.2, we be-
lieve that the new predictions are more accurate in the present context of composites with random

microstructures.



7. Reinforced elastomers: cylindrical fibers, random microstructure 166

100 40
'u(l) -1
o 35
go| v
w=1 30
60 c=0.3 25
w o S 20
40
J, =50 . 15
J,, =100 10
20 . Matrix
..... T, ) °
0 Lomwszz=en™ oL
2 4 6 8 10

Figure 7.4: Second-order estimates for the effective behavior of elastomers reinforced with rigid fibers of
circular cross section subjected to pure shear loading. The results correspond to an incompressible Gent
matrix phase with ¢ = 30% and various values of the matrix lock-up parameter J,,, and are shown as
a function of the principal macroscopic stretch X. (a) The effective stored-energy function W. (b) The
corresponding stress S = dW/ dX.

Figure 7.5 provides plots associated with the results shown in Figures 7.3 and 7.4 for the macro-
scopic stretch Ajoer at which a rigidly reinforced, incompressible, Gent elastomer locks up. Part
(a) shows Aock for values of the matrix lock-up parameter J,, = 50,100, and 500, as a function of
the fiber concentration c. Part (b) shows Ajck for fiber concentrations of 0, 10, 20, and 30%, as a
function of J,,. Recall that the closed-form expression for the stretch Ajoe; shown in Figure 7.5 is
given by (7.25). The key point to be drawn from Figure 7.5 is that the elastomeric composite (¢ > 0)
locks up at a smaller stretch than the corresponding matrix phase (¢ = 0). In fact, Figure 7.5(a)
shows that Ajoer decreases monotonically from the lock-up of the matrix phase (Ajocr = ngzrm at
c = 0) to that of the rigid phase (A\jocr = 1 at ¢ = 1) with increasing ¢, as previously discussed.
In addition, Figure 7.5(b) shows that the influence of the matrix lock-up parameter J,, on Nock
weakens monotonically as J,, increases.

Finally, it is important to stress from the above results that (in-plane) isotropic (w = 1), rigidly
reinforced, incompressible, Gent elastomers, which are strongly elliptic in the pure state, remain

strongly elliptic for all deformations.

7.2.2 Aligned pure shear: rigid fibers and incompressible matrix

Figure 7.6 presents the effective behavior as predicted by the second-order method for an incom-
pressible, Neo-Hookean elastomer reinforced with rigid fibers of elliptical cross section under aligned
pure shear loading with § = 0°, i.e., compression along the longest in-plane axis of the fibers. Results
are shown for fiber aspect ratios of 1, 2, 5, and 10, and fiber concentration of 30%, as a function of
the macroscopic stretch A. Part (a) gives the effective stored-energy function, and part (b), the as-

sociated stress S = dW /d\. Note that the expression (7.22) for the effective stored-energy function
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Figure 7.5: Second-order estimates for the macroscopic stretch Mock at which an (in-plane) isotropic rigidly
reinforced incompressible Gent elastomer locks up. (a) Aock as a function of fiber concentration c for various
values of the matrix lock-up parameter Jp,. (b) Aiock as a function of J,, for various values of c.

shown in Figure 7.6(a) simplifies even further by recognizing, from (7.17), that for aligned pure shear
loadings ¢ = 0°. Also note that for this type of loading, the macroscopic rotation tensor R = I,
which together with the fact that ¢ = 0°, implies that the fibers do not rotate, namely, ¢ = 0°. Sim-
ilar to the case of pure shear loading of in-plane, isotropic, rigidly reinforced elastomers, the results
shown in Figure 7.6 exhibit a significant reinforcement effect undergone by the elastomeric matrix
with the addition of rigid fibers. The reinforcement is more pronounced for higher values of the
aspect ratio. This is consistent with the fact that in the limit w — oo (as the microstructure tends
to a laminate) the material becomes rigid under the given loading conditions. Moreover, Figure 7.6
shows that the second-order method predicts loss of strong ellipticity of the homogenized behavior
of reinforced elastomers under aligned pure shear loading with # = 0° for fiber aspect ratios w > 1.
More particularly, it is observed that loss of strong ellipticity takes place at smaller stretches for
higher w. That is, under the type of deformation considered here, the composite stiffens, but also
becomes more unstable with increasing values of the aspect ratio of the fibers.

Figure 7.7 provides plots associated with the results shown in Figure 7.6 for the critical stretch
Aerit at which the loss of strong ellipticity occurs for the homogenized behavior of rigidly reinforced,
incompressible, Neo-Hookean elastomers. Part (a) shows Aerit for concentration of fibers of 1, 10, 20,
and 30%, as a function of the aspect ratio w, and part (b), A4 for aspect ratios of 2, 5, and 10, as a
function of the concentration of fibers ¢. It is seen from Figure 7.7(a) that, as already mentioned in
the context of Figure 7.6, elastomers reinforced with fibers of higher aspect ratio lose strong ellipticity
at smaller stretches. Another key point to be drawn from Figure 7.7(a) is that Aerie has a vertical
asymptote at w = 1. This entails that (in-plane) isotropic, rigidly reinforced, incompressible, Neo-
Hookean elastomers remain strongly elliptic under all deformations, in agreement with the results

shown in the preceding subsection. However, as soon as the isotropic symmetry is perturbed, the

homogenized material loses strong ellipticity at some large, but finite, stretch. Note that ..y — 1
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Figure 7.6: Second-order estimates for the effective behavior of rigidly reinforced elastomers subjected to
aligned pure shear loading (6 = 0°). The results correspond to an incompressible, Neo-Hookean matrix
phase with given fiber concentration ¢ = 30%, and various values of the fiber aspect ratio w, and are shown
as a function of the principal macroscopic stretch A. (a) The effective stored-energy function W. (b) The
corresponding stress S = dW/ dX.

as w — 00, in agreement with the exact result for the corresponding laminate. Also note that
Aerit is smaller for higher values of the concentration of fibers, so that reinforced elastomers with a
higher content of fibers are more unstable. This point is more clearly illustrated by Figure 7.7(b).
In addition, we remark from Figure 7.7(b) that A..; tends to a finite value as ¢ — 0. In this
connection, recall that the Neo-Hookean elastomer utilized here for the matrix phase is a strongly
elliptic material for all deformations. This implies that MA..; has a singularity at ¢ = 0, namely,
Aerit = 00 at ¢ = 0, but Ay — Xgm as ¢ — 0, where 0 < Xfm < oco. Physically, this result suggests
that the addition of even a small proportion of aligned, elliptical, rigid fibers can have a dramatic
effect on the overall stability of an incompressible, strongly elliptic elastomer at some sufficiently
large, but finite, compressive stretch along the longest in-plane axes of the fibers.

Finally, it is important to note that it was through failure of the condition (i) in (7.32) that
strong ellipticity was systematically lost in the results shown in Figure 7.7. Within the context of
condition (7.31), the fact of having the incremental effective modulus Z{m vanish implies that the
normal to the characteristic direction in the deformed configuration is given by n = ey, so that, by
virtue of the incompressibility constraint, m = e;. That is, the homogenized material may develop
localized shear deformations in the plane determined by the normal e;, and in the direction e;.
Making contact with the microstructure, the condition 2?212 = 0, under the given type of loading,
would correspond to the possible flopping of the fibers, which is a physically plausible instability
mechanism for these materials.

Figure 7.8 presents additional results for the critical stretch Aerit for rigidly reinforced elastomers,

with a fiber concentration of 30%, subjected to aligned pure shear loading with § = 0°, as a function
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Figure 7.7: Aligned pure shear loading (§ = 0°) of a rigidly reinforced, incompressible, Neo-Hookean
elastomer. (a) The critical stretch Aerit at which loss of strong ellipticity of the homogenized elastomer
takes place for various fiber concentrations as a function of the aspect ratio of the fibers w. (b) The critical
stretch Aeri¢ for various aspect ratios as a function of the concentration of fibers c.

of the aspect ratio w. Part (a) gives results for incompressible, Gent elastomers with matrix lock-
up parameters J,, = 50 and 100, and part (b), for compressible, Neo-Hookean elastomers with
bulk moduli ) = 11,101, and k) — co. From Figure 7.8(a) it is discerned that the matrix
lock-up parameter .J,, has essentially no effect on the onset of loss of strong ellipticity of rigidly
reinforced, incompressible, Gent elastomers. As a matter of fact, .. is completely independent
of J,, up to the point at which the material locks up. (Note that the stretch at which lock-up
takes place has been included in 7.8(a) for reference purposes.) The main point that can be drawn
from Figure 7.8(b) is that the loss of strong ellipticity of rigidly reinforced elastomers is very much
dependent on the compressibility of the matrix phase. Indeed, it is found from this figure that
rigidly reinforced, Neo-Hookean elastomers become more unstable with increasing incompressibility
of the matrix phase (i.e., for higher values of x(!)). This trend is consistent with the numerical
results obtained by Triantafyllidis et al. (2006) for the loss of ellipticity of reinforced elastomers
with periodic microstructures. It should be mentioned that, similar to the results shown in Figure
7.7, all the results for loss of strong ellipticity displayed in Figure 7.8 are due to the vanishing of
the effective incremental shear modulus EleQ, which, again, corresponds to a possible flopping-type

instability.

7.2.3 Pure shear at an angle: rigid fibers and incompressible matrix

Figure 7.9 presents the effective behavior, as predicted by second-order estimate (7.22), for an
incompressible, Neo-Hookean elastomer reinforced with rigid fibers of elliptical cross section under
pure shear loading at the fixed angle § = 20°. Results are shown for a fiber concentration of 30%
as a function of the macroscopic stretch . Part (a) gives the effective stress S = dﬁ/\/ dX for fiber

aspect ratios of w =1, 2, 5, 10, and part (b), the average angle of rotation of the fibers ¢, for fiber
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Figure 7.8: Aligned pure shear loading (f = 0°) of rigidly reinforced elastomers. (a) The critical stretch

Acrit at which loss of strong ellipticity of a rigidly reinforced, incompressible, Gent elastomer takes place
for various values of the lock-up parameter J, as a function of the aspect ratio of the fibers w. (b) The
corresponding critical stretch Aepi; for a rigidly reinforced, compressible, Neo-Hookean elastomer, at various
values of the bulk modulus £V, as a function of the aspect ratio of the fibers w.

aspect ratios of w =1, 1.1, 1.5, 2, 5, and w — oo. Note that for the given type of loading, the
macroscopic rotation tensor R is exactly equal to the identity so that the angle defined by equation
(7.17), ¢, corresponds to the angle of rotation of the fibers, namely, ¢ = . Similar to the previous
cases, Figure 7.9(a) shows a significant reinforcement effect of the matrix phase with the addition
of rigid fibers. However, unlike the results for aligned pure shear loading with § = 0°, where higher
values of the aspect ratio of the fibers were found to consistently provide a higher reinforcement
effect, higher aspect ratios of the fibers lead here to a stiffer behavior of the composite only for small
deformations, whereas for large stretches the opposite is true. Furthermore, only the elastomer with
w = 10 in Figure 7.9(a) is found to lose strong ellipticity. This behavior is also different from what it
was observed for aligned pure shear loading with # = 0°, where the break of isotropic symmetry (i.e.,
w > 1) was shown to lead systematically to loss of strong ellipticity of the homogenized elastomer
at some finite stretch. The above-mentioned disparities will be shown shortly to be linked to the
evolution of the microstructure.

Figure 7.9(b) shows that circular fibers (w = 1) do not rotate under pure shear at a fixed angle, as
previously discussed. On the other hand, elliptical fibers (w > 1) do rotate clockwise (with respect
to the fixed frame of reference) under the present loading conditions, aligning their longest in-plane
principal axes with the tensile axis, that is, for this case, ¢ — —70° as A — co. It is also interesting
to observe that fibers with higher aspect ratio rotate faster. In this regard, it is noted that the
angle of rotation for the limiting case w — oo has been included in Figure 7.9 for reference purposes.
However, it must be recalled that the composite behaves rigidly for w — oo under the given loading
conditions. In view of the results for the overall constitutive response shown in Figure 7.9(a) and
the evolution of the associated underlying microstructure shown in Figure 7.9(b), it is inferred that

the rotation of the fibers constitutes, in the present context, a softening mechanism—in accord with
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Figure 7.9: Second-order estimates for the effective behavior of rigidly reinforced elastomer subjected to
pure shear loading at a fixed angle (§ = 20°). The results correspond to an incompressible, Neo-Hookean,
matrix phase with given fiber concentration ¢ = 30%, and various values of the fiber aspect ratio w, and are
shown as a function of the principal macroscopic stretch X. (a) The effective stress S = dWW /dX. (b) The
angle of rotation of the fibers ¢.

the findings in Chapter 6 for laminate materials. Physically, the rigid rotations of the fibers serve to
“accommodate” part of the applied macroscopic loading, which hinders the hardening of the matrix
phase of the material. Given that fibers with larger aspect ratios rotate faster, they are able to
“accommodate” a larger amount of the applied macroscopic deformation. This leads to a stronger
softening effect which is consistent with the results shown in Figure 7.9(a) at large stretches.
Figure 7.10 provides plots for the effective behavior as predicted by the second-order method
for an incompressible, Neo-Hookean elastomer reinforced with rigid fibers of elliptical cross section
under pure shear loading at the fixed angles § = 0°,5°,30°, 50°, 70°, and 90°. Results are shown for
a fiber aspect ratio of 2 and fiber concentration of 30%, as a function of the macroscopic stretch \.
Part (a) shows the effective stress S = dW\/ d)\, and part (b), the average angle of rotation of the
fibers ¢. As for the preceding results, R = I, so that ¢ = ¢. A key observation that can be made
from Figure 7.10(a), besides the clear reinforcement effect undergone by the matrix phase with the
addition of rigid fibers, is that for large deformations, except for the case with § = 0°, the reinforced
elastomer consistently shows a stiffer response for higher angles of loading, with the stiffest behavior
being attained at & = 90°. For exactly 6 = 0°, the effective response coincides with that for § = 90°
for all stretches. This can be easily verified from (7.15) by noting, from (7.17), that for aligned
loadings (i.e., for § = 0° and § = 90°) ¢ is exactly equal to 0°, as it has already been pointed out.
It is further noted from Figure 7.10(a) that loss of strong ellipticity of the homogenized elastomer
takes place for pure shear with § = 0°, which corresponds to compression along the longest in-plane
axes of the fibers. On the other hand, for the pure shear loading with § = 90°, which corresponds
to tension along the longest in-plane axes of the fibers, the homogenized elastomer does not lose
strong ellipticity. This result might seem inconsistent at first. However, it should be recalled that

the overall behavior of the material is anisotropic, and that even though the stress-stretch relations
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Figure 7.10: Second-order estimates for the effective behavior of rigidly reinforced elastomer subjected to
pure shear loading at various angles @ (in the large deformation regime). The results correspond to an
incompressible, Neo-Hookean matrix phase with given fiber concentration ¢ = 30% and aspect ratio w = 2,
and are shown as a function of the principal macroscopic stretch . (a) The effective stress S = dW /dX. (b)
The average angle of rotation of the fibers ¢.

(in the loading direction) are identical for both pure shear deformations with § = 0° and 6 = 90°,
the corresponding incremental moduli are in fact different. In this regard, it is evoked that the loss
of strong ellipticity of the homogenized elastomer under pure shear with § = 0° is due to the fact
that 25212 = 0 at Aeq¢, which physically is associated with a possible flopping instability of the
fibers. On the other hand, for the case of = 90°, the effective shear modulus 2‘13212 is not only
positive, but it increases with the applied stretch.

Figure 7.10(b) shows that the elliptical fibers with w = 2 do rotate clockwise (with respect
to the fixed frame of reference) aligning their longest in-plane principal axes with the principal
direction of tensile loading (namely, ¢ — 6 — 90° as A — oo), for all loadings, except at § = 0°,
for which, again, the fibers do not rotate, but instead, remain fixed with their longest in-plane
principal axes aligned with the principal direction of compressive loading. In essence, for aligned
pure shear loadings (i.e., @ = 0° and 6 = 90°) there is no evolution of the orientation of the fibers.
On the contrary, for “misaligned” deformations, the fibers do undergo a total rotation equal to the
complementary angle of § as A — oo, in agreement with the discussion of the large-deformation
behavior of equation (7.17) in Section 7.1.2. This entails that reinforced elastomers deformed at
smaller loading angles @ are able to “accommodate” a larger portion of the applied macroscopic
loading by rigid rotation of the underlying fibers, which has already been identified as a softening
mechanism. This is entirely consistent with the fact that the effective stress-stretch relations shown
in Figure 7.10(a) are systematically stiffer for higher 6 (with the exception of § = 0°), in the finite-
deformation regime.

Figure 7.11 provides plots for a blow up in the small deformation regime of some of the results
shown in Figure 7.10. Figure 7.11(a) corresponds to a blow up of Figure 7.10(a) for the cases of

0 = 0°,30°,60°, and 90°. It can be seen from this figure that loadings at complementary angles
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Figure 7.11: Second-order estimates for the effective behavior of rigidly reinforced elastomer subjected to
pure shear loading at various angles 6 (in the small deformation regime). The results correspond to an
incompressible, Neo-Hookean matrix phase with given fiber concentration ¢ = 30% and aspect ratio w = 2,
and are shown as a function of the principal macroscopic stretch . (a) The effective stress S = dW /dX. (b)
The average angle of rotation of the fibers ¢.

produce an identical effective response of the material in the small deformation regime, in accordance
with the linear theory. For sufficiently large deformations, the effective responses at complementary
angles deviate from each other, due to the difference in the evolution of the microstructure, as
already discussed. Figure 7.11(b) corresponds to a blow up of Figure 7.10(b) for the cases of 6 = 0°
and = 5° in which the results for § = 0.1°,0.5°,1°,2°, and 3° have been included in order to
aid the discussion. In the previous section (as well as in some of the preceding results discussed
in this section), it was observed that the fibers in the type of rigidly reinforced elastomers studied
here do not rotate when subjected to pure shear deformations at exactly & = 0°. However, an
infinitesimal misalignment of this loading angle was shown to result into a 90° rotation of the fibers
as the applied stretch \ was increased. In this connection, Figure 7.11(b) clearly shows that loadings
at small angles § can lead to large rotations of the fibers. Interestingly, this figure shows that for
relatively small loading angles 6, the corresponding rotation of the fibers develops a highly nonlinear
evolution as a function of the applied macroscopic stretch A. Indeed, as 6 approaches 0°, ¢ remains
small initially as )\ increases up to certain finite stretch at which it undergoes a dramatic increase. In
essence, by making use of the established fact that larger fiber rotations potentially lead to a softer
overall constitutive response, it is seen that a slight misalignment (about § = 0°) in the applied
loading can result into a drastically different, much softer, effective response of the material at large
deformations. This is entirely consistent with the emergence of flopping-type instabilities at 6 = 0°.

Figure 7.12 shows the effect of the loading angle 6 on the critical stretch A..;; for rigidly reinforced,
incompressible, Neo-Hookean elastomers subjected to pure shear. Results are shown for a fiber
concentration of 30%. Part (a) gives A for loading angles of § = 0°,2°, and 5°, as a function
of the fiber aspect ratio w, and part (b), A for fiber aspect ratios of 2, 5, and 10, as a function

of 6. An important observation that can be made from Figure 7.12(a) is that, irrespectively of
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Figure 7.12: Pure shear loading of rigidly reinforced elastomers. (a) The critical stretch A+ at which loss
of strong ellipticity of a rigidly reinforced, incompressible, Neo-Hookean elastomer takes place for various
loading angles 6, as a function of the aspect ratio of the fibers w. (b) The corresponding results for Aerit for
various values of the aspect ratio of the fiber as a function of the angle of loading 6.

the loading angle, elastomers reinforced with fibers of higher aspect ratio are more unstable. Note
also that unlike the g for § = 0° which exhibits a vertical asymptote at w = 1, the Aeriz for
misaligned loadings (i.e., § # 0°) reaches a maximum finite value at a certain w > 1 beyond which
no loss of ellipticity is detected. It is further noted from this figure that the homogenized material
becomes unstable at larger stretches with increasing values of the loading angle. This point is more
clearly illustrated by Figure 7.12(b). In fact, Figure 7.12(b) shows that beyond a certain threshold
(depending on the aspect ratio w) in @, the homogenized elastomer does not lose strong ellipticity.
Physically, the results shown in Figure 7.12 for rigidly reinforced, incompressible elastomers indicate
that the compressive component of the applied loading along the longest in-plane axes of the fibers,
together with the fiber aspect ratio, are the two major elements governing the macroscopic stability
of the material. Indeed, the higher the aspect ratio and the higher the compressive deformation

along the longest in-plane axes of the fibers, the more unstable the material is.

7.2.4 Aligned pure shear: compliant fibers and compressible matrix

Figure 7.13 presents the effective behavior as predicted by the second-order method for a compress-
ible, Neo-Hookean elastomer reinforced with stiffer Neo-Hookean fibers of initially elliptical cross
section under aligned pure shear loading with § = 0°. The fibers and the matrix are characterized
by Neo-Hookean stored-energy functions such that ;2 /p() = /@(2)/&(1) = t, with ¢ denoting the
contrast. Results are shown for an initial fiber concentration of ¢ = 30%. Part (a) shows the
effective stress S = dW/dX for a contrast of ¢ = 10 and initial fiber aspect ratios of wg =1, 2, 5, and
10, as a function of the macroscopic stretch \, and part (b), the critical stretch Aerit at which the
homogenized elastomer loses strong ellipticity for initial fiber aspect ratios of wy =3, 5, and 10, as

a function of the contrast ¢. First, note the parallel between Figure 7.13(a) and 7.6(b). (Recall that
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Figure 7.13: Second-order estimates for the effective behavior of reinforced elastomers subjected to aligned
pure shear loading (6 = 0°). The results correspond to a compressible, Neo-Hookean matrix reinforced with
an initial volume fraction of 30% of stiffer, Neo-Hookean fibers of initially elliptical cross section. (a) The

effective stress S = d/I/I?/dX for contrasts of ¢ = p® :75(2)/#@(1) = 10 and various aspect ratios, as
a function of the applied stretch X. (b) The critical stretch Acr;¢ at which loss of strong ellipticity of the
homogenized reinforced elastomer takes place for various fiber aspect ratios, as a function of the contrast t.

the fibers were taken to be rigid in Figure 7.6(b).) Observe that the results shown in Figure 7.13(a)
exhibit a significant reinforcement effect with the addition of stiffer fibers, but less pronounced than
that one observed in Figure 7.6(b). Also, unlike the results shown in Figure 7.6(b), where higher
values of the aspect ratio of the fibers consistently led to a stiffer overall behavior, higher aspect
ratios of the fibers lead here to a stiffer overall behavior of the material only for small deformations,
whereas the opposite is true for large stretches. Furthermore, unlike the results shown in Figure
7.6(b), where loss of strong ellipticity of the homogenized elastomer was always detected at some
finite stretch for any aspect ratio w > 1, the results shown in Figure 7.13(a) are found to lose el-
lipticity only for sufficiently large initial aspect ratios (wg = 5 and 10). These discrepancies will be
shown to be connected with the evolution of the microstructure. In Figure 7.13(b), it is seen that,
under the given loading conditions, the type of reinforced elastomers considered here become more
unstable with increasing stiffness of the fibers. In fact, for small values of w, loss of strong ellipticity
is detected only for sufficiently large values of ¢. This figure also shows that, similar to the results
for rigidly reinforced elastomers, higher initial fiber aspect ratios lead to a more unstable overall
behavior. Finally, it should be remarked that the loss of strong ellipticity shown in Figure 7.13(b)
is due to the vanishing of the effective shear modulus /35212 in condition (7.29), corresponding, once
again, to the possible “flopping” of the fibers.

Figure 7.14 provides plots associated with the results shown in Figure 7.13(a) for the evolution
of the underlying microstructure in compressible, Neo-Hookean elastomers reinforced with stiffer
Neo-Hookean fibers of contrast ¢ = 10. Results are shown for an initial fiber volume fraction of
co = 30%, and initial fiber aspect ratios of wg =1, 2, 5, and 10, as a function of the applied stretch

A. Part (a) shows the evolution of the volume fraction of the fibers ¢, and (b), the evolution of
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Figure 7.14: Aligned pure shear loading (§ = 0°) of a compressible, Neo-Hookean elastomer reinforced
with stiffer Neo-Hookean fibers of initially elliptical cross section. Results are shown for a contrast of
t= u<2)/,u(1) = K(2)/,‘€(1) = 10, various initial fiber aspect ratios, and initial fiber concentration of 30%, as a
function of the applied stretch X. (a) The evolution of the volume fraction of the fibers. (b) The evolution
of the aspect ratio of the fibers.

the aspect ratio w. It is evident from Figure 7.14(a) that the volume fraction of the fibers does
not change significantly under aligned pure shear deformations, irrespectively of the initial aspect
ratio of the fibers. This result is due to the facts that the macroscopic deformation applied here
is isochoric, and that both, the matrix and the fibers, were taken to be fairly incompressible (i.e.,
x() =11 and k) = 110). More insightful are the results shown in Figure 7.14(b), where it is seen
that the aspect ratio of the fibers decreases significantly as a function of the macroscopic applied
stretch A, as it might be expected on physical grounds since compression is being applied along the
longest in-plane axes of the fibers. It is also worthwhile to remark from this figure that aspect ratios
with a higher initial value exhibit a higher rate of decrease as a function of A. Recall now that
the amount of compressive loading along the longest in-plane axes of the fibers, together with the
fiber aspect ratio, have been established to be the two major elements governing the macroscopic
instabilities of the type of rigidly reinforced elastomers of interest in this work. This statement holds
true more generally for elastomers reinforced with stiffer fibers of finite stiffness. In this regard, it
is relevant to remark that for the cases shown in Figure 7.14(b) the microstructure evolves into a
more stable configuration, as the aspect ratio of the fibers decreases with increasing X. In particular,
note that for the case of wy = 2, the current aspect ratio w evolves into values smaller than unity
for sufficiently large stretches. Once w < 1, the longest axes of the fibers become aligned with
the principal direction of tensile loading, a configuration for which the material remains strongly
elliptic. This is in contrast to the results presented in Figure 7.6(b) for rigid fibers with w = 2,
which were found to admit loss of strong ellipticity at finite stretch. Evidently, in this latter case,
the aspect ratio of the rigid fibers remained fixed along the deformation path, thus constraining the
microstructure from evolving into a more stable configuration. Note that for the cases of wy = 5

and wp = 10 in Figure 7.14(b) loss of strong ellipticity takes place before the current aspect ratio
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Figure 7.15: Second-order estimates for the effective behavior of rigidly reinforced elastomers subjected
to simple shear “perpendicular” to the fibers. The results correspond to an incompressible, Neo-Hookean,
matrix phase with fiber concentration ¢ = 30% and various values of the fiber aspect ratio w, and are shown
as a function of the applied macroscopic shear 7. (a) The effective stress 7 = dW /d7y. (b) The average angle
of rotation of the fibers ¢.

reaches 1.

7.2.5 Simple shear: rigid fibers and incompressible matrix

Figure 7.15 presents second-order estimates for the effective behavior of an incompressible, Neo-
Hookean elastomer reinforced with rigid fibers of elliptical cross section under simple shear loading
“perpendicular” to the fibers, i.e., F = I +7e; ® e;. Results are shown for fiber aspect ratios
of 1, 2, 5, 10, and 100, and fiber concentration of 30%, as a function of the applied macroscopic
shear 7. Part (a) shows the effective stress 7 = d/W/dﬁ, and (b), the average angle of rotation
of the fibers ¢. Note that in this case the applied macroscopic rotation tensor is given by R =
1/V/A+72(2(e; @ e + €3 @ ey) +7(e1 ® ey — ey ® €1)) so that ¢ = —arcsin(//4 4 72). It is
observed from Figure 7.15(a) that, similar to all previous cases, the addition of rigid fibers into
the elastomeric matrix produces a significant reinforcement effect on the overall response of the
material. Furthermore, this reinforcement effect becomes more pronounced for higher values of the
fiber aspect ratio. This is consistent with the fact that in the limit w — oo (as the microstructure
tends to a simple laminate) the material becomes rigid under simple shear “perpendicular” to the
fibers. Figure 7.15(b) shows that all fibers, irrespectively of their aspect ratio, undergo a monotonic
clockwise rotation (relative to the fixed frame of reference) with ¢ — —90° as ¥ — oo, tending
to align their longest in-plane axes with the principal tensile direction of the right stretch tensor
U. As it was the case for pure shear at a fixed angle, fibers with higher aspect ratio rotate faster.
In this regard, it is noted that the result for w — oo has been included in Figure 7.15(b) only for
reference purposes. (Recall that the material behaves rigidly in this limit under the present loading

conditions.) Finally, it is interesting to remark that no loss of strong ellipticity was found to take
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Figure 7.16: Second-order estimates for the effective behavior of rigidly reinforced elastomers subjected
to simple shear “parallel” to the fibers. The results correspond to an incompressible Neo-Hookean matrix
phase with fiber concentration ¢ = 30% and various values of the fiber aspect ratio w, and are shown as a
function of the applied macroscopic shear 7. (a) The effective stress 7 = dW /d7y. (b) The average angle of
rotation of the fibers ¢.

place in these materials under the given loading conditions.

Figure 7.16 presents similar results for simple shear loading “parallel” to the fibers, i.e., F = I+
7 ey®e;. In this case, the applied macroscopic rotation tensor is given by R = 1/ \/W (2(e;1®e1+
es®ey)+7 (e Qe —ey ®ey)) so that P = arcsin(y/y/4 +72). Similar to Figure 7.15(a), the results
presented in Figure 7.16(a) show a reinforcement effect with the addition of rigid fibers. However,
unlike Figure 7.15(a), Figure 7.16(a) shows that this reinforcement effect is more pronounced for
lower values of the fiber aspect ratio. Indeed, it is seen that the reinforcement effect decreases
monotonically with increasing aspect ratio, attaining the stiffest behavior at w = 1, and the softest
one at w — oo. (Recall that simple shear “parallel” to the fibers is the only admissible deformation
for w — oo in the context of rigid fibers.) Interestingly, this is exactly the same trend followed in
the infinitesimal strain regime, where higher fiber aspect ratios lead to softer overall responses of the
material. Figure 7.16(b) shows that circular fibers rotate with the applied macroscopic rotation, that
is, ¢ = 1, and hence they undergo an anticlockwise monotonic rotation (relative to the fixed frame of
reference) with ¢ — 90° as 5 — oo. On the other hand, elliptical fibers initially rotate anticlockwise,
reaching a maximum value at certain shear 7 after which they rotate clockwise asymptotically
tending to 0°, thus aligning their longest in-plane axes with the principal tensile direction of the
right stretch tensor U. Note that ¢ = 0° for all 7 for the limiting case w — o0, in agreement with
the exact result (for a laminate). Finally, akin to simple shearing “perpendicular” to the fibers, no

loss of strong ellipticity was found to take place in these materials under the given conditions.
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7.3 Concluding remarks

In this chapter, analytical estimates have been derived for the in-plane effective behavior, the mi-
crostructure evolution, and the onset of macroscopic instabilities in fiber-reinforced elastomers with
random microstructures subjected to finite deformations, by making use of the framework developed
in Chapter 2.

A major result of this work is the strong influence of the evolution of the microstructure on the
overall behavior of reinforced elastomers. Indeed, in the specific context of elastomers reinforced
with rigid fibers (of elliptical cross section), the rotation (in the plane of the deformation) of the
fibers when the composite is subjected to finite stretches has been identified as a potential softening
mechanism. Physically, the fibers can “accommodate” some of the applied macroscopic deformation
through rigid rotations, tending to align themselves with the tensile loading axis, which induces
softer modes of deformation in the matrix phase. As a consequence, the overall response of the
composite under loadings that promote large rotations of the underlying fibers tend to be much
softer than those associated with loadings inducing smaller rotations (or no rotations at all).

Perhaps more significantly, the microstructure evolution not only has implications for the effec-
tive behavior, but also for the overall stability of the composite. In this regard, it has been shown
that loss of strong ellipticity, corresponding to the possible development of shear-band type insta-
bilities at a macroscopic length scale, can take place in strongly elliptic elastomers reinforced with
stiff fibers (of elliptical cross section) at physically realistic levels of deformation. The underlying
microscopic mechanism driving these macroscopic instabilities has been identified with the possible
“flopping” of the fibers, due to a sufficiently large compressive component of the applied deformation
along the long (in-plane) axes of the fibers. More specifically, in spite of the randomness, the as-
sumed “elliptical symmetry” of the microstructure exhibits a preferred microstructural orientation.
Thus, the “flopping” of the fibers provides a symmetry breaking mechanism leading to the possible
development of a macroscopic instability. Indeed, in the limit as the fibers (and their two-point
correlation function) are taken to be circular, so that the composite becomes isotropic, no loss of
strong ellipticity is detected, as there are no symmetries to be broken.

Another important conclusion of this work is that the addition of rigid inclusions in an elastomer
enhances the “lock-up” effect in the material due to the stretching of the polymer chains, provided
that it is already present in the matrix phase. From the continuum point of view, this is consistent
with the fact that, on average, the deformation in the matrix phase of a rigidly reinforced material
is larger than the applied macroscopic deformation (since the rigid phase does not deform), leading
then to a smaller overall lock-up stretch. Physically, the effect of introducing rigid inclusions into an
elastomer would make the polymeric chains wrap around the particles, which would be consistent

with a smaller overall lock-up stretch upon deformation of the composite.
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7.4 Appendix I. Incompressibility limit for rigidly reinforced

elastomers: cylindrical fibers

In this appendix, we sketch out the asymptotic analysis corresponding to the incompressible limit
associated with the second-order estimate (2.82) for elastomers with isotropic matrix phases of the
form (7.1) reinforced with rigid fibers of volume fraction ¢ and aspect ratio w. As already discussed in
the main body of text, only one of the two possible roots associated with the second-order estimates
developed in this work provides physically sound results. Hence, only the limit associated with this
root is presented here. It must be emphasized that the results generated by the following asymptotic
analysis have been checked to be in agreement with the full numerical solution.

Based on numerical evidence from the results for finite x(*), an expansion for the unknowns
(i.e., L3111, Lbogg, Li199; Lig19, and @) in this problem is attempted in the limit as k(") — oo of the

following form:

L = aA7Y8 4ay +a3AY3 4 0(AY3),
Ligoy = biATY3 £ by +bgAY3 1 O(A3),
Toe = dAIATVE 4 dy+ dzAYP 4+ O(AY3),
Ligiy = ea+esAY3 4 e A3 10(0),
¢ = do+ m AV +0O(AY3), (7.33)

where A = 1//<a(1) is a small parameter and a1, as,as, b1,bs2,b3, di,ds,ds, €2, €e3,e4, ¢,, and ¢; are
unknown coefficients to be determined from the asymptotic analysis that follows. It will prove useful
to spell out the corresponding expansions for the constrained components L35, and L755, as well as
those for the components of Y = QTET (F(l) — F) Q, in the limit as k") — co. Thus, introducing

(7.33) in relations (7.6) for the components L%,5; and Li,s; can be shown to lead to the following

expansions:
Ly = ex+esAVP+0(AY3),
_ by + a1by — (a1 + b1)es
L = (Vb —dy) A3+ 22 —dy + O(AV/3),
1221 ( a101 1) NG 2 ( )
(7.34)
Similarly, introducing (7.33) in relations (7.11) for the components of Y leads to:
Y11 = I +$2A1/3 +I3A2/3 +1‘4A+O(A4/3)7
Yoo = g1+ AP 4y AP Ly A+ O(AY?),
YioVo1 = p1+peAYP 4 ps AP 4 py A+ O(AY?),
YR +YE = s1+0(AY3). (7.35)

The explicit form of the coefficients in these expressions are too cumbersome to be included here. In
any case, at this stage, it suffices to note that they are known in terms of the variables introduced

in (7.33) (and higher-order correcting terms). In connection with the relations (7.35), it is necessary
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to remark that the asymptotic expressions for the combinations Y;2Y2; and Y3 + Y have been
specified, instead of those for the independent components Y15 and Y1, since, as discussed in the
main body of the text, they are the relevant variables in this problem. For later use, it will also prove
helpful to introduce the notation for the expansions of the constitutive function ¢! characterizing

the matrix phase in the limit (1) — oo:

gMIW) = §=go+nAY3+ 503 +0(A),

gAY = a1 =g+ AV + AP+ 0(8),

s = g,

sV = g, (7.36)

where IV = FO . @) JO) = det ﬁ‘(l), and appropriate smoothness has been assumed for g(\).
Analogous expressions are defined for the material function A(!).

Now, by introducing expressions (7.33)—(7.36) in the generalized secant equation (2.65), as well
as in the equation (2.79) for the rigid rotation of the fibers, a hierarchical system of equations
is obtained for the unknown coefficients in (7.33) and higher-order correcting terms. Thus, the

equations of first order O(A~1) can be shown to yield the following relations:
J= X1X2 =1, ngl +X1y1 +z1y1 —p1 =0, ey = 25]; (737)

Here, it is important to remark that condition (7.37); is nothing more than the eract incom-
pressibility constraint (7.13) specialized to plane-strain deformations. Moreover, it is noted that
conditions (7.37)2 and (7.37)3 establish relations among the unknowns ay, as, b1, ba, di,ds, €3, and
$,. Next, by making use of (7.37), the equations of second order O(A~2/3) can be shown to ulti-

mately render the conditions:
Xoto + MYz + 12 + Tayr —p2 =0, es = 27, (7.38)

which establish further relations among aq, as, as, b1, ba,bs, di,ds,ds, e2,e3, and ¢,. Making use

now of (7.37) and (7.38) in the equations of third order O(A~/3) gives:

bl = Xéllal,

~4 -2 - (2
yl)\lal + !I?1>\1a1 + )\1 ()\1(11 — d1> = 0,
— — -2
Aow3 + A1y3 + T1Y3 + Y123 + Tay2 — p3 = d1 — Ajai,
€4 = 2@’2,

bo =+, (7.39)

where

cos g = (C - l)dl + (1 + C)Xl (740)

M1+ M)ar c(l+x)

and 1 denotes the angle associated with the macroscopic rotation tensor R.
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Finally, with the help of relations (7.37) through (7.40), the equations of fourth order O(A) can
be shown to yield:

—4
4 2(1—A . N _\72
by — Ajag = (7721) (d1gé +a1(g, — 291)>\1) )
d1 - )\1a1

2070 (a1 Xy — di)Rawa + Mys) — d3(az — 235)%;

—2ai )\ {dzxf +2(g,, — ?1)@? + 551(711 -1)+ N(l)xﬂ

+2ady [g7(2 — 4X) + 205000 — 1) + Xy (da + a2h; + u V)] =0,
No@a + My + T1ys + Y124 + Toys + x3y2 — pa = do + p

—971y, (b2 +ashy — 25,00 + 1)) :
€5 = 29;/37

Ccos ¢1 = G(a17d17a27d2) sin ¢O; (741)

where G is (a known function of its arguments) too cumbersome to be included here, and use has
been made of the facts that h, = h =0 and hl, = hy = —u).

Although the above system of algebraic, nonlinear equations is not closed (i.e., there are more
unknowns than equations), it is possible to solve for the appropriate combinations of coefficients
introduced in (7.33), which allows the determination of the leading order term of ¢, as well as the

leading order term of the components of Y in the limit (") — co. The results read as follows:

$o =+, (7.42)
ry = 17_6 (X—COSQO),
. )
p1 = ﬁ ((2 —)x— (3 +1) cos p + e cos? <p) :
s, = 2(10)2)\2 [—4 1+ (w—1)w) (X+X3) cos(yp)
w(l—c

+2 (w (c—4) X+ (1 +X2)2 + w? (1 +X2)2 —weX cos(2cp)>
-2 (w® — 1) (X4 - 1) cos(20) sin(y)?

+ (w?-1) <X4 - 1) sin(26) sin(2 cp)} ) (7.43)

respectively, where the angle ¢ satisfies expression (7.17) given in the text. Here, A = \; = A, 1,
and @ denotes the orientation of the in-plane principal axes of U in agreement with the notation
employed in Section 7.1.2.

Finally, it is straightforward to show that the leading order term of the expansion of the second-
order estimate (2.82) in the limit of incompressibility may be ultimately written in terms of the
leading order term of ¢ (7.42) and Y (7.43). The final explicit expression is given by (7.14) in the

text.



183

Chapter 8

Closure

In this thesis, an analytical, nonlinear homogenization framework has been developed for elastomeric
composites subjected to finite deformations. The framework has the ability to account for the initial
stiffness, volume fraction, shape, orientation, and distribution of the phases in a given elastomeric
composite, as well as for the evolution of these parameters along a given macroscopic loading path.
This last feature is essential in order to endow the framework with the ability to predict the possible
development of macroscopic instabilities in finite deformations.

The proposed theory is based on an appropriate extension of the “second-order” homogenization
method developed by Ponte Castafieda (2002a) in the context of viscoplastic composites. The
key idea of this method is the construction of variational principles making use of the notion of
a “linear comparison composite.” This construction ultimately allows to convert available linear
homogenization estimates into estimates for the nonlinear response of elastomeric composites. An
important point to emphasize here is that, in spite of the fact that the homogenization is carried
out at the level of a linear comparison composite, the method has the capability to account for the
nonlinear kinematics inherent in finite elasticity. Thus, for instance, the method can be ensured to
satisfy overall objectivity requirements.

Motivated by most applications of interest, special attention has been given to elastomers with
“particulate” microstructures and isotropic phases. In particular, general expressions have been
derived for the effective stored-energy function and the microstructure evolution of two-phase com-
posites consisting of ellipsoidal isotropic particles distributed either randomly or periodically in a
compressible isotropic elastomer. Note that the use of ellipsoidal particles includes—as limiting
cases—spherical particles, cylindrical fibers, as well as laminates. Within this class of composite
elastomers, further specialization of the general expressions have been provided for the cases when
the particles are either vacuous or rigid. These idealizations—useful to model actual porous and
reinforced elastomers—simplify considerably the computation of the estimates. In particular, it is
found that for the rigid case, the deformation of the particles reduces to a pure rigid rotation, as
expected on physical grounds. This remarkable result exemplifies once again that even though the
method makes use of a linear comparison composite to carry out the homogenization process, it
does so taking into account the nonlinear kinematics involved in the actual behavior of composite
elastomers.

The theoretical framework developed in this thesis has been employed to generate estimates
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for the effective stress-strain relation, microstructure evolution, and macroscopic onset-of-failure
surfaces—as determined by the loss of strong ellipticity of the homogenized behavior (Geymonat et
al., 1993)—for various classes of porous and reinforced elastomers. These applications have been
discussed in Chapters 3 through 8. To be precise, Chapters 3 through 5 have dealt with porous
elastomers, while Chapters 6, 7, and 8 have dealt with reinforced elastomers. Next, we summarize
the main findings in these chapters.

Chapter 3 has addressed the problem of the in-plane effective behavior of porous elastomers
consisting of aligned cylindrical voids distributed randomly and isotropically in an isotropic, strongly
elliptic matrix phase. One of the main results of this chapter was that the second-order estimates
proposed in this work are superior to the “earlier” tangent second-order estimates of Ponte Castaneda
and Tiberio (2000). The most distinctive difference was the fact that the new—unlike the earlier
tangent—second-order estimates were shown to recover the exact evolution of the porosity in the
case when the matrix phase of the porous elastomer was taken to be incompressible. In terms of
effective behavior, the second-order estimates were shown to satisfy the Voigt bound! as well as to
be in very good agreement with the exact result available for hydrostatic loading. More remarkably,
the second-order estimates were found to admit loss of strong ellipticity under sufficiently large
compressive deformations, in spite of the fact that the elastomeric matrix phase was taken to be
strongly elliptic. The reasons for this behavior were linked to the evolution of the microstructure.
In particular, it was observed that the decrease of porosity—induced by compressive loading—led
to the softening of the effective incremental shear moduli of the composite, which, in turn, led (in
some cases) to the loss of strong ellipticity of the porous elastomer.

Chapter 4 has also addressed the problem of the in-plane effective behavior of porous elastomers
consisting of aligned cylindrical voids in an isotropic, strongly elliptic matrix phase, but the distribu-
tion of the voids was taken to be periodic—as opposed to random, like in Chapter 3. One of the main
aims of Chapter 4 was to carry out comprehensive comparisons between second-order estimates and
FEM calculations available for periodic microstructures. In this regard, the second-order estimates
were shown to deliver remarkably accurate results not only for the effective stress-strain relation of
porous elastomers, but more generally, for the evolution of the underlying microstructure, as well
as for the onset of macroscopic instabilities in these materials. Another important result of this
chapter was that the initial distribution of voids did not have a significant influence on the effective
stress-strain relation of porous elastomers. However, it did play a major role in the development
of macroscopic instabilities in these materials. In particular, it was shown that as the distribution
of the pores tended to be more random and isotropic, the porous elastomer tended to be relatively
more stable. In this connection, it should be re-emphasized that in the limit as the distribution of
the pores is completely random and isotropic, the development of macroscopic instabilities does not
vanish, but, instead, it persists, as discussed in Chapter 3.

In contrast to Chapters 3 and 4—where two-dimensional (2D) model problems were studied to

1Recall that for the case when the matrix phase is incompressible, the Voigt bound is only non-trivial for isochoric
deformations.
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gain insight on the behavior of porous elastomers, as well as to establish the accuracy of the second-
order method—the main objective of Chapter 5 was to develop homogenization-based constitutive
models for porous elastomers with more realistic, three-dimensional (3D) microstructures. Thus,
the type of porous elastomers considered in Chapter 5 were made up of initially spherical, polydis-
perse, vacuous inclusions distributed randomly and isotropically—in the undeformed configuration—
in a compressible, and incompressible, isotropic elastomeric matrix. This microstructure—though
idealized—could be considered as a fair approximation to actual microstructures in actual porous
elastomers. One of the strengths of the second-order estimates derived in Chapter 5 was their relative
simplicity. Indeed, in spite of incorporating fine microstructural information, the estimates reduced
to solving a system of 7 nonlinear, algebraic equations. In addition, the estimates derived in Chapter
5 were shown to be in good agreement with exact and numerical results available from the literature
for special loading conditions. For more general conditions, however, the second-order estimates
were seen to be drastically different from existing models. In particular, similar to their 2D counter-
parts discussed in Chapter 3, the proposed estimates were found to admit loss of strong ellipticity
for loading conditions where such instabilities were expected to occur from experimental evidence
(i.e., mostly for compressive loadings). This was in contrast with all existing (micromechanics- and
homogenization-based) models, which failed to lose strong ellipticity, and, instead, remained stable
for all applied loading conditions. The reasons for this result, once again, were discussed to be essen-
tially due to the ability of the second-order method to capture more accurately the subtle influence
of the evolution of the microstructure on the mechanical response of elastomeric composites.

Chapter 6 has dealt with the effective behavior of reinforced elastomers with layered microstruc-
tures. The motivation to consider such special class of microgeometries was twofold. First, exact
estimates could be computed quasi-analytically, which allowed to gain precious insight on the effec-
tive behavior of reinforced elastomers subjected to finite deformations. Second, there was a practical
interest to generate a preliminary understanding of the overall behavior of block copolymers with
layered microstructures. The main result of this chapter was to establish that the rotation of the
underlying layers—induced by the applied finite deformations—generated substantial geometric soft-
ening in the overall mechanical response of laminates. Moreover, in spite of the fact that, locally,
the material was assumed to be strongly elliptic, the homogenized behavior of the laminate was
found to lose strong ellipticity at sufficiently large deformations. In particular, when the laminate
was loaded in compression along the layers, a certain type of “kink-band” instability was detected
corresponding to the material becoming infinitesimally soft to incremental shear deformations in the
lamination direction.

Chapter 7 was concerned with the in-plane effective behavior of elastomers reinforced with aligned
cylindrical fibers of initially elliptical cross section. Further, the fibers were distributed randomly
with elliptical symmetry in the undeformed configuration. A major result of this chapter was the
strong influence of the evolution of the microstructure on the overall behavior of reinforced elas-
tomers. Indeed, in the specific context of elastomers reinforced with rigid fibers (of elliptical cross
section), the rotation (in the plane of the deformation) of the fibers when the composite was sub-

jected to finite stretches was identified as a potential softening mechanism, in accord with the



8. Closure 186

findings of Chapter 6 (for laminates). Physically, the fibers could “accommodate” some of the ap-
plied macroscopic deformation through rigid rotations, hence inducing softer modes of deformation
in the matrix phase. In addition, the microstructure evolution not only had implications for the ef-
fective behavior, but also for the overall stability of the composite. In this regard, it was shown that
loss of strong ellipticity could take place in strongly elliptic elastomers reinforced with stiff fibers
(of elliptical cross section) at physically realistic levels of deformation. The underlying microscopic
mechanism driving these macroscopic instabilities was identified with the possible “flopping” of the
fibers, due to a sufficiently large compressive component of the applied deformation along the long
(in-plane) axes of the fibers. More specifically, in spite of the randomness, the assumed “elliptical
symmetry” of the microstructure exhibited a preferred microstructural orientation. Thus, the “flop-
ping” of the fibers provided a symmetry breaking mechanism leading to the possible development of
a macroscopic instability. Indeed, in the limit as the fibers (and their two-point correlation function)
were taken to be circular, so that the composite became isotropic, no loss of strong ellipticity was
detected, as there were no symmetries to be broken.

In summary, all the elastomeric systems studied in this thesis have revealed that there is a
very important and subtle interplay between the evolution of the underlying microstructure and
the overall behavior and stability of elastomeric composites. Moreover, it has been shown that
the second-order method proposed in this work is powerful enough as to capture this interplay
in order to deliver accurate estimates not only for the effective stress-strain relation, but also for
the microstructure evolution, as well as for the onset of macroscopic instabilities of elastomeric
composites subjected to finite deformations. In addition to its accuracy, the second-order method
has been shown to ultimately lead to remarkably simple estimates, which could be easily implemented
in standard finite element packages for solving structural problems of interest.

At this stage, it is important to make a few remarks regarding future directions in connection
with the results presented in this work. First of all, it should be recalled that in this thesis the
mechanical behavior of “neat” elastomers has been approximated as purely elastic. While this
might be a good approximation for certain ranges of loading-rate conditions and temperatures,
more elaborated approximations should be assumed in general. Indeed, elastomers are known to
exhibit hysteretic effects, as well as rate and temperature dependence (Bergstrom and Boyce, 1998;
Khan and Lopez-Pamies, 2002) that may be of great importance for certain applications. A future
objective, then, would be to develop a homogenization framework to model the viscoelastic response
of elastomeric composites under large deformations.

Another important effect that has not been addressed in this thesis is that of interphases. It is
well known (see, e.g., Ramier, 2004) that the actual mechanical behavior of reinforced elastomers
is strongly dependent on the reinforcement/matrix interaction. For instance, the stress-stretch re-
sponse of a synthetic rubber reinforced with untreated silica particles may differ by as much as
100% (in the finite deformation regime) from the response of the same synthetic rubber reinforced
with silica that has been treated on the surface (Ramier, 2004). Accordingly, it is crucial to take
into account the essential features characterizing the “interphase” between the reinforcement and

the elastomeric matrix in order to generate robust constitutive models for reinforced elastomers.
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Additionally, the study of such interphases may offer fundamental insight related to other prob-
lems of increasing interest such as damage, and more importantly, polymer nanocomposites, where
interphases play a major role.

Following up on the previous paragraph, a problem of increasing interest is that of the multi-
functional behavior of polymer nanocomposites. Ever since the late 1980’s, numerous experimental
studies have established that a significant enhancement of the mechanical, thermal, electrical, opti-
cal, and other physical properties in polymer-matrix nanocomposites is achievable for special choices
of the microstructure, even for small amounts of inhomogeneities (Bockstaller et al., 2005). For in-
stance, certain nylon-silicate nanocomposites have been shown to exhibit a 50% increase in the
modulus and the tensile strength, together with a 100% increase in the heat distortion temperature,
with only 5% volume fraction of the nanophase (Lagashetty and Venkataraman, 2005). Rubber-
ferrite nanocomposites have proved as very promising materials for flexible magnets, microwave
absorbers, pressure/photo sensors, as well as for other applications (Lagashetty and Venkataraman,
2005). Not surprisingly, all of these multi-functional phenomena are highly dependent on the mi-
crostructure. It seems, thus, that polymer nanocomposites are a fertile soil for developing efficient
modeling tools—in the spirit of the ones developed in this thesis—with the capability not only to
predict the behavior of these materials, but also to determine the specific microstructures that lead
to selected target properties.

Finally, it would also be of interest to consider the problems of semicrystalline polymers, block-
copolymers with polydomains, liquid-crystal elastomers, shape-memory polymers, and soft biological
tissues. It is believed that the ideas developed in this thesis could be used as the foundation for the

modeling of such complex material systems in an efficient manner.
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Abstract—This paper presents the application of a recently proposed “second-order”
homogenization method (Ponte Castaneda 2002; J. Mech. Phys. Solids 50, 737) to
the estimation of the effective behavior of hyperelastic composites subjected to finite
deformations. The key idea is to introduce an optimally chosen “linear comparison com-
posite,” which can then be used to convert available homogenization estimates for linear
composites directly into new estimates for the nonlinear hyperelastic composites. More
precisely, the method makes use of “generalized” secant moduli that are intermediate
between the standard “secant” and “tangent” moduli of the nonlinear phases, and that
depend not only on the averages, or first moments of the fields in the phases, but also
on the second moments of the field fluctuations, or phase covariance tensors. The use of
the method is illustrated in the context of carbon-black-filled, and fiber-reinforced elas-
tomers, and estimates analogous to the well-known Hashin-Shtrikman and self-consistent
estimates for linear-elastic composites are generated. The new estimates are compared
with corresponding estimates using an earlier version of the method (Ponte Castafieda

and Tiberio 2000; J. Mech. Phys. Solids 48, 1389) neglecting the use of fluctuations,

1This Appendix, as presented, has been published in Lopez-Pamies and Ponte Castafieda, 2004a.
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and the new results are found to be superior. In particular, the new estimates, unlike the
earlier ones, are found to satisfy a rigorous bound, and to give more realistic predictions

in the important limit of incompressible behavior.

A.1 Hyperelastic composites and effective behavior

The objective of this paper is to develop estimates for the effective behavior of hyperelastic composite
materials subjected to finite deformations. The materials are made up of N different (homogeneous)
phases, which are assumed to be distributed randomly in a specimen occupying a volume 2y in the
reference configuration. Furthermore, the size of the typical inhomogeneity (e.g., particle, void,
crystal) is much smaller than the size of the specimen and the scale of variation of the loading
conditions. The constitutive behavior of the phases is characterized by stored energies W (") (r =
1

,...,N) that are nonconvez functions of the deformation gradient F. The local energy function of

the composite may be written
N
W(X,F) =) x"(X) W(F), (A.1)
r=1

where the functions x(") are equal to 1 if the position vector X is inside phase r (i.e., X € Q(()T)) and
zero otherwise. The stored-energy functions of the phases are, of course, assumed to be objective in

the sense that W) (QF) = W () (F) for all proper orthogonal Q and arbitrary deformation gradients
F. Making use of the polar decomposition F = RU, where U is the right stretch tensor and R is
the rotation tensor, it follows, in particular, that W) (F) = W) (U).

The local or microscopic constitutive relation for the material is given by

ow
S = SE(X.F), (A.2)

where S denotes the first Piola-Kirchhoff stress tensor. Note that sufficient smoothness has been
assumed for W in F and that F is required to satisfy the material impenetrability condition:
det F(X) > 0 for X in 9. For example, this condition would be satisfied for incompressible materi-
als, where det F' is required to be exactly 1. For more details on hyperelastic materials, refer to the
monograph by Ogden (1984).

Following the works of Hill (1972), Hill and Rice (1973) and Ogden (1974), the effective stored-

energy function of the composite is defined by

W(F)= inf (W(X,F)) Mfz ) (W (F) ™), (A.3)
Fck(F) FGIC (F) =

where I denotes the set of admissible deformation gradients:
K(F) = {F | x = x(X) with F = Grady, detF > 0in Qy, x = FX on 9Q¢}. (A.4)

Above, the symbols (.) and (.)(") have been introduced to denote volume averages over the composite
(Q0) and over phase r (Qér)), respectively, so that the scalars c¢(”) = (x(")) serve to denote the volume

fractions of the given phases.
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It is noted that W physically corresponds to the average elastic energy that is stored in the
composite when it is subjected to an affine displacement boundary condition with prescribed average
deformation gradient < F >= F. Furthermore, it can be easily shown that W is objective, that is,
W(F) = W(U), where U is the macroscopic right stretch tensor in the polar decomposition of the
macroscopic deformation gradient F = R U, with R denoting the macroscopic rotation tensor.

The usefulness of the definition (A.3) derives from the fact that the average stress, defined by
S =< S >, can be shown to be related to the average deformation gradient F via the relation

oW

S =

where, again, sufficient smoothness must be assumed for W. This is the effective or macroscopic
constitutive relation for the nonlinear elastic composite. Of course, the average stress and deforma-
tion gradient must satisfy macroscopic equilibrium and compatibility. In particular, the macroscopic
rotational balance equation S F' =FS’' must be satisfied (Hill, 1972).

It is further recalled that under the hypotheses of polyconvexity of W, together with suitable
growth conditions for W, the infimum in relation (A.3) defining W is known (Ball, 1977) to be
attained when the field x is assumed to be in a suitable functional space. Ogden (1978) proposed
alternative constitutive hypotheses on W ensuring the existence of extremum principles of potential
and complementary energy in finite elasticity. More precise definitions of the effective energy w
are available at least for periodic microstructures (Miiller 1987; Braides 1985). Such definitions
generalize the classical definition of the effective energy for periodic media with convex energies
(Marcellini, 1978), by allowing for possible interactions between unit cells, essentially by taking
an infimum over the set of all possible combinations of units cells. Physically, this corresponds to
accounting for the possibility of the development of instabilities in the composite at sufficiently high
deformation. In practice, however, the definition (A.3) should provide an adequate measure of the
effective behavior up to the point at which instabilities develop (see Geymonat et al., 1993). Note
that W is essentially the quasiconvexification (or relaxation) of W.

The focus here will be in the characterization of the effective behavior of composites made up of
rubber elastic phases. Given objectivity, isotropy then implies that the stored-energy functions of the
phases can be written as symmetric functions of the principal stretches A1, Aa, A3 (i.e., the principal
values of U), so that W) (F) = &) (A, Ay, A3) = &) (g, A1, \3), ete. A fairly general class of such
stored-energy functions, which has been found to give good agreement with experimental data for
rubberlike materials, was proposed by Ogden (1972). Although the methods developed in this paper
will apply more generally, for simplicity, the attention here will be focused on polyconver energy
functions of the type

W () = £(F) + g(J), (A.6)

where J = det F = A\ A\2)\3, and f and g are taken to be convex functions of the tensor F and the
scalar variable J > 0, respectively. A simple, special case of this general class of materials, which

will be considered in some detail below is given by the compressible Neo-Hookean material with
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stored—energy function of the form:
L[(F)— (>\2+)\2+>\2_3)+ : J_12—‘[L111J A?
9 1 2 3 D) ( ) . ( . )

where the parameters p > 0 and p' > 0 denote the standard Lamé moduli. Note that W(F) ~
(1/2) (tre)® + ptre?, where € is the infinitesimal strain tensor, as F — I, so that the stored-energy

function (A.7) linearizes properly. In addition, the limit as g/ — oo in relation (A.7) corresponds to
incompressible behavior (J — 1).

The objective of this work then becomes to obtain estimates for the effective stored-energy
function W of hyperelastic composites subjected to finite deformations. This is an extremely difficult
problem, because it amounts to solving a set of highly nonlinear partial differential equations with
random coefficients. As a consequence, there are precious few analytical estimates for W. Ogden
(1978) noted that use of the trial field F = F in the definition (A.3) for W leads to an upper
bound analogous to the well-known Voigt upper bound in linear elasticity. Also, under appropriate
hypotheses on W ensuring the existence of a principle of minimum complementary energy, Ogden
(1978) also proposed a generalization of the Reuss lower bound. However, the required constitutive
hypothesis is too strong to include materials such as the compressible Neo-Hookean material defined
by relation (A.7). For this reason, Ponte Castafieda (1989) proposed an alternative generalization
of the Reuss lower bound, exploiting the polyconvexity hypothesis. For polyconvex materials of the

type (A.6), this lower bound takes the form:

W(F) > Wpo(F) = (F7)" (F) + (%) (det F). (A.8)
Thus, the bound WPC reduces to the polyconvex envelope (Dacorogna, 1989) of the function W,
given by relation (A.6), when the special case of a homogeneous material is considered. Note
that, due to the lack of convexity of the function W, this lower bound is much sharper (see Ponte
Castatieda, 1989) than the bound that would be obtained by means of the standard Legendre-Fenchel
transform applied directly to the function W, which would lead to a bound of the type (W)* (F).

There are also numerous empirically based, and ad hoc estimates for various special cases, includ-
ing the case of rigidly reinforced rubbers (see (Mullins and Tobin, 1965; Treloar, 1975; Meinecke and
Taftaf, 1988; Govindjee and Simo, 1991; Bergstrom and Boyce, 1999)). Our aim here is to develop a
general class of analytical estimates that are based on homogenization theory and that are applicable
to large classes of composite systems, including rigidly reinforced rubbers, porous elastomers and
other heterogeneous elastomeric systems, such as nematic elastomers and block copolymers. Such
estimates should allow for the incorporation of statistical information beyond the phase volume frac-
tions, thus allowing for a more precise characterization of the influence of microstructure on effective
behavior. Some progress along these lines has been made recently (Ponte Castafieda and Tiberio,
2000; Lahellec et al., 2004) with the extension of an earlier version of the “second-order” nonlinear

homogenization technique (Ponte Castanieda, 1996) to finite elasticity.
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A.2 The second-order variational procedure

Our proposal for generating homogenization estimates in finite elasticity is based on an appropriate
extension of the “second-order” homogenization procedure that has been recently developed by
Ponte Castanieda (2001; 2002a) in the context of nonlinear dielectrics and viscous composites with
convex, nonlinear potentials. This new method is in turn a generalization of the “linear comparison”
variational method of Ponte Castaneda (1991) in a way that incorporates many of the desirable
features of an earlier version of the second-order method (Ponte Castafnieda, 1996; Ponte Castaneda
and Willis, 1999), including the fact that the estimates generated should be exact to second order
in the heterogeneity contrast (Suquet and Ponte Castaneda, 1993). It is relevant to mention in this
context that earlier works (e.g., Talbot & Willis, 1985; Ponte Castaneda 1991) delivered bounds
that are exact only to first order in the contrast. Next we give a brief description of the proposed
method.

Following (Ponte Castafieda, 1996), define a comparison linear “thermoelastic” composite with

potential:

N
Wo(X,F) = x(X) Wi (F), (A.9)

where the quadratic functions Wér) correspond to second-order Taylor approximations of the non-

linear stored-energy functions W (") about certain uniform reference deformations F("):
1
Wy (F) = WO EC) 4 8OED) - (F ~F) 4 Z(F ~F") - L (F —F0). (A.10)

Here S = oW (") /OF, and Lér) is a positive definite, constant tensor to be determined later. Then,
S = S(FM) 4+ LE)T)(F — F() is the stress associated with F in phase r of the linear comparison

composite. Note that the nonlinear stored-energy functions W) can then be approzimated as:
WO (FE) = W(F) + VO EFED L), (A.11)
where the V(") are “error” functions defined by:
vOEO L) = stat [WW (FC)) — wiD(E)] . (A.12)
B

In these expressions, the optimization operation stat with respect to a variable means differentiation
with respect to that variable and setting the result equal to zero to generate an expression for the
optimal value of the variable.

For later use, let
o (s) - (r)
—~ C1(s) s . _ . (r) T (r)
Wo(E; F**, Ly ") = min(Wo(X, F)) = min ;:IC Wy "(F)) (A.13)

be the effective free-energy density associated with the fictitious linear thermoelastic composite,
which has the same microstructure as the original nonlinear elastic composite. To see this more
explicitly (see, for example, Willis, 1981), note that the Euler-Lagrange equations of the variational

problem for Wg are
V- (LeVx—T)=0 inQ, x=FX ondQ, (A.14)
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Figure A.1: (a) Sketch of the nonlinear constitutive relation (continuous stress S vs. stretch F' curve) and

of its linear approzimation (dashed line). (b) Schematic comparison of the “secant” (L@), “tangent” (L,Er))
and new “generalized secant” (L(()T)) approximations.

where Lg is the elasticity tensor of the linear comparison composite with free energy (A.10), T
denotes a suitably defined thermal stress tensor, and where the temperature and heat capacity
at constant strain are taken to be unity and zero, respectively. Note that this fictitious linear
thermoelastic problem is one involving, in general, non-symmetric “stress” and “strain” measures,
so that suitable generalizations of the classical thermoelastic analyses are required (Ponte Castaneda
and Tiberio, 2000). In particular, estimates of the self-consistent and Hashin-Shtrikman types may
be obtained by appropriate extension of the corresponding methods for linear-elastic composites
(Laws, 1973; Willis, 1981).

Using relations (A.11), averaging the resulting expression for W over g, minimizing over F in

K and optimizing over tensors F(*) and L(()S), it follows that (Ponte Castaneda, 2002a):

N
W(F) = stat {WO(F;F“),LgS))+Zc<r>v<r>(F<’“>,Lg”)}, (A.15)

F<S)v LE)S) r=1

where the V(") and W, are defined by relations (A.12) and (A.13), respectively. Here it has been
assumed that the resulting optimal values of F(*) and L(()s) are such that the linear comparisons
problem (A.13) is well posed.

It is easy to verify that formally setting the tensors F(*) identically equal to zero leads to estimates
of the type first proposed in (Ponte Castanieda, 1991) for materials with convex energy functions.
In order to do better, it is necessary to consider the definition of the functions V(") above in more

detail. First note that optimizing with respect to the variables F®) in (A.12) leads to the relations:
SM(F™M) — s (F™) = LI (FC) — F), (A.16)

where again sufficient smoothness has been assumed for the W (™). This condition has a nice physical

interpretation as depicted in the one-dimensional sketch shown in Figure A.la: it corresponds to
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a linear approrimation to the nonlinear constitutive relation for the elastic material in phase r
interpolating between the deformations F(") and F(). Note that this condition does not have
a unique solution, and appropriate choices must be made for the relevant variables. Indeed, as
illustrated in Figure A.la, there are 3 stationary points (the 3 points where the dashed, straight line
intersects the continuous nonlinear curve), which lead to three different types of approximations.
Thus, as illustrated in Figure A.1b, the “secant” approximation is obtained by setting F(") = 0,
while the “tangent” approximation is obtained by letting F®) tend to F(. On the other hand,
when F() # F) and F(") £ 0, a new type of approximation is obtained, which has been referred
to (Ponte Castaneda, 2002a) as a “generalized secant” approximation.

Under the assumption that F™ # F(") | consideration of the optimality conditions with respect

to the variables F(") and L(()T) in expression (A.15) formally leads to the following prescriptions:
FO) = (F)") =F", (A.17)

and

FO —F N o@D —F) = (F-F o EF-F)0 =cl, (A.18)
where use has been made of the relation:

2 oW,
c(r) aL(()T)

cl) = (A.19)

In the first relation, the symbol F(T) has been used to denote the phase averages of the deformation
field (F)("). Thus, the reference deformations F(") have been identified with the phase averages
or first moments of the deformation field F(T). In the second relation, the symbol Cg) have been
introduced to denote the covariance tensor of the deformation fluctuations in phase r (e.g., Bobeth
& Diener, 1987). Therefore, the variables F() have been associated with the second moments of the
deformation field in the phases.

In connection with the above prescriptions, it is necessary to make the following clarifications.
Concerning the prescription (A.17), it should be noted that relation (A.17) only makes stationary
with respect to F(") the terms arising from the linear comparison energy Wo. In other words, there
are additional terms arising from the functions V(") which have been neglected, for simplicity.
Concerning the prescription (A.18), it needs to be emphasized that it is not possible to satisfy
conditions (A.18) in full generality. This is due to the fact that the left-hand of relation (A.18) is a
fourth-order tensor of rank 1, whereas the right-hand side is generally of full rank. This means that
only certain components (or traces) of these expressions can be enforced. This point will be discussed
in more detail in the context of the specific examples considered in the applications section. Generally
speaking, the optimal choice of the variables F(") and Lér) is still an open problem. However, it
is known at least in the context of plasticity (Ponte Castaneda, 2002b) that conditions (A.17) and
appropriate traces of (A.18) lead to accurate estimates for the effective behavior. This suggests that
even if the prescriptions (A.17) and (A.18) are not strictly optimal, they are still probably not far
from optimal.

Tt follows from the above prescriptions that the secant-type condition (A.16) specializes to:

owem oW P — )
o5 (F7) — = (F7) =Ly @ —F"), (A.20)
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and that the expression (A.15) for the effective potential of the hyperelastic composite reduces to:

W) () sy =(r)
—5 (F ) - (B —F")]. (A.21)

N
WE) =3 e {Wu) (B0) -

r=1
In summary, the estimate (A.21) has been generated. Like the earlier “second-order” estimates
(Ponte Castaneda, 1996), it depends on the phase averages F(T) of the deformation field in a suit-
ably defined linear “thermoelastic” comparison composite, subject to the self-consistent prescription
(A.17) on the reference variables F("). However, the new prescription (A.20) for the comparison
moduli Lgr) is different from earlier ad hoc choices, being somewhat intermediate between the “se-
cant” (Ponte Castafieda, 1991) and the “tangent” conditions (Ponte Castafieda, 1996). In addition,
the new estimate depends directly on the variables F(T), which, in turn, depend on (appropriate
traces of) the “second moments” of the fluctuations C;f ) of the deformation field in the phases of
the linear comparison composite, as specified by the prescription (A.18). Furthermore, like the ear-
lier “second-order” estimates, they are exact to second-order in the heterogeneity contrast (Suquet

and Ponte Castafieda, 1993).

Tt is remarked finally that the linear comparison problem (A.13) that needs to be considered for

™) and fluctuations Cg ) needed in expression (A.21) for

the determination of the phase averages F
W is precisely the same that was considered by Ponte Castaneda and Tiberio, 2000 in the earlier
version of the second-order method. These authors provided expressions of the Hashin-Shtrikman
and self-consistent types (Willis, 1981) for the average deformations F” i the generalized N-
phase “thermoelastic” composites (A.10), from which corresponding estimates may be generated
for the corresponding effective stored-energy functions WO, and, in turn, for the fluctuations Cg )
via (A.19). For brevity, the relevant general expressions will not be repeated here, and only the

appropriate specialized versions of the results will be quoted in the applications sections for the

special case of rigidly reinforced systems.

A.3 Application to particle-reinforced elastomers

The second-order estimate (A.21) for the effective stored-energy function of hyperelastic composites
applies for N-phase systems, including, with a suitable reinterpretation, polycrystalline aggregates
of anisotropic phases. In this section, the special case of isotropic rigidly reinforced rubbers is
considered. This case has already been considered using the earlier version of the second-order
method (Ponte Castanieda and Tiberio, 2000) and these earlier results will be used here as a reference.
Thus, the focus will be on two-phase composites consisting of rigid, spherical inclusions distributed
isotropically with volume fraction ¢?) = ¢ in a hyperelastic matrix with energy function W) = W,
such that the composite is statistically isotropic in the undeformed configuration.

Because of the objectivity of W, it suffices to consider macroscopic stretch loading histories
(i.e., F = U; R = I). Because of the spherical (isotropic) symmetry of the reinforcement and its
distribution, it is expected (Ponte Castafieda and Tiberio, 2000) that the average rotation tensor of

the rigid phase is the identity, so that the average deformation gradient in the inclusion phase is also
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(2)

equal to the identity (i.e., F Y I). It then follows trivially that the average deformation gradient

in the hyperelastic phase is given by:

w0 _ 1
F _1—C(U cI). (A.22)

(1) )

—(1 — —(1
Note that F( ) U7, so it is convenient to define the principal stretches associated with U( via

MW=

U. The above result would still be expected to apply, up to the onset of some possible instability,

(X\i —¢)/(1 —¢) (i =1,2,3), where \; (i = 1,2,3) are the principal stretches associated with

even if the shape or distribution (see Ponte Castafieda and Willis, 1995) of the rigid phase were
not spherical, provided that their symmetry axes were aligned with the principal directions of U.
Otherwise, the reinforcement would undergo an average rigid rotation ﬁ@), which would have to be
determined from the full homogenization procedure described in the earlier sections of this paper.
This would, of course, make the treatment of such cases more complicated. However, such more
general analyses should lead to the result that F? = ﬁ(z) = I for the special case considered here
where the reinforcement is isotropically distributed. Lahellec (2004) has pursued this more general

approach in the analogous context of a two-phase, periodic composite loaded symmetrically. (The

case of rigid fibers was approximated by taking the contrast to be sufficiently large.)

A.3.1 Lower bounds

Before proceeding with the second-order estimates, the above-mentioned “polyconvex” lower bounds
of Ponte Castafieda (1989) will be specialized here for later reference. Note that the classical Voigt
upper bound is infinite in this case. It can be shown that specialization of the bound (A.8) to an

isotropic rigidly reinforced elastomer with a compressible Neo-Hookean matrix (A.7) leads to:

_ ) _
1w (1) pofJ -1 J—c
E(FYF - s —pl
2( 3)+2(1—c> Mn(l—c

where p, i are the Lamé moduli of the elastic phase, F s given by (A.22), and J = A1 Aoz, In

Wpo(U) = (1-¢) ; (A.23)

the derivation of this result, it has been assumed that the stored energy W () of the rigid phase is

infinite unless F(z)

= I, in which case it is zero. This assumption is consistent with the hypothesis
that due to the isotropy of the rigid particles and their distribution, the particles do not rotate.
In the incompressible limit, ;' — oo the above lower bound reduces to W}DC (U) = 5}0 (A1, A2, A3),

where

She (i ho Xg) = (1 - )5 [(?_‘;)2 + (Af’__cc) + (Af’__f)z - 3] , (A.24)

whenever J = M3 = 1 (and oo otherwise). Note that this bound is, therefore, consistent with

the “exact” incompressibility constraint
gE(Xl,XQ,X?,) = X1X2X3 —1= 0, (A25)

expected on physical grounds (i.e., a composite with an incompressible matrix and rigid inclusions

should be incompressible). However, this bound does not linearize properly, i.e., it does not reduce
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to the classical Reuss lower bound for infinitesimal deformations. In spite of this fact, this bound will
prove to be useful below in checking the validity of the new second-order estimates to be developed

next.

A.3.2 Second-order estimates

For the above-defined class of rigidly reinforced elastomers, the second-order estimate (A.21) reduces
to

ow —

W(U) = (1-¢) |WED) - a—F(F(U) SO _F [ (A.26)

where F*") has already been specified in (A.22). It remains to determine the variable F® | as well
as the modulus tensor Ly of the matrix phase in the linear comparison composite, which can be

achieved by means of the relation
L FEY) = Lo —FY), (A.27)

together with suitably chosen traces of the relation

FO —FYy o @D _FY) = P (A.28)
In this last relation, s
2 oW,

c) _ 0 A.29

F 1—c¢ 8L0 ( )

is the covariance of the fluctuations in the matrix phase of the linear comparison composite, with

effective stored energy function given by:

. _ 1 - 1 _
Wo(T) = (1 — )W (EF™) + 50-1D- <L0 - = CLO) (T-1). (A.30)
This last relation has been generated by making use of a generalization of Levin’s relation (Levin,
1967) for two-phase thermoelastic composites (see also (Ponte Castanieda and Tiberio, 2000)), letting
phase 2 have the energy function:
1
W) = Jug”(F ~1) - (F ~ ), (A.31)
and taking the limit as u(()2) — 00 in the free energy expression (A.13). Again, note that the above

) should tend to I in the limit as u((f) — 00.

form for W) is consistent with the requirement that F(Q
In expression (A.30), io thus denotes the effective modulus tensor of a two-phase, linear-elastic
comparison composite consisting of a distribution of rigid inclusions with volume fraction ¢ in a
matrix with elastic modulus Ly and the same microstructure as the nonlinear elastic composite (in
its undeformed configuration).

It is emphasized that the above estimate for W is actually valid for any estimate for the effective

modulus tensor io of the linear comparison composite. For example, use can be made of the following

isotropic Hashin-Shtrikman and self-consistent estimates for ioz

Lo+ {~P~' HS,

Lo+ P! SC.

(A.32)
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where P and P are obtained by setting L(®) equal to Ly and io, respectively, in the expression:

po — L HO(¢) ds, (A.33)
i Jig| =1
with K = L, 6,6, , NO = KO 1), (6) = Ne6.

While fairly explicit, the above results, in general, require the computation of the tensor P
(or PN’), which depends on the anisotropy of Ly (or INJO). In turn, the anisotropy of these tensors
depends on the functional form of the stored-energy function W and the loading configuration,
as determined by F = U. In addition, the derivatives of the tensor P with respect to Lg are
needed in the characterization of the fluctuations CS ), which requires further computations. In this
work, which presents the first application of the (improved version of the) second-order method to
finite elasticity, a simple, yet illustrative example, where the computation of the P tensor and its
derivatives is simple, will be worked out in detail. Thus, estimates of the Hashin-Shtrikman type will
be derived for plane strain loading of a two-dimensional fiber-reinforced composite. More general
situations, including uniazial and shear loading of three-dimensional particle-reinforced composites,
and types of estimates will be presented elsewhere.

However, before specializing to the two-dimensional fiber-reinforced composite, it is noted here
that when used together with the Reuss estimate for the effective modulus tensor (L = (1—¢)~ L),

the second-order method yields the explicit result:

—C

W(@O)=(1-cW L ! (T - CI)] = Wg(U). (A.34)

This estimate agrees exactly with the corresponding estimate generated using the earlier version of
the second-order method without fluctuations (Ponte Castaneda and Tiberio, 2000). This is a direct
consequence of the fact that the fluctuations in the Reuss theory are identically zero, so that there
are no differences between the earlier and newer versions of the second-order theory. As already
known (Ponte Castafieda and Tiberio, 2000), the Reuss estimate (A.34) is not necessarily a lower
bound, except for small deformations, when the above result reduces (exactly to second order in the
infinitesimal strain) to the classical Reuss lower bound. It is interesting to note that the estimate
(A.34) was first obtained by Govindjee and Simo (1991) by different means.

When the Reuss estimate (A.34) is specialized to a compressible Neo-Hookean matrix phase with
W given by the relation (A.7), it specializes to:

/

Wr(O) = (1 - ¢) [’; (F“) FY 3) + % (JU) - 1)2 —pln (j<1>)] , (A.35)

where p, i/ are the Lamé moduli of the elastic phase, FY s given by (A.22), and J) = Xﬁl)XS)Xg”

(with XY = (N — ) /(1 — ¢)).

It is interesting to remark that the Reuss estimate (A.35) differs from the lower bound (A.23)
only through the terms that depend on the determinant. It can be shown that this estimate violates
the bound (A.23) for certain loadings. For example, for loadings such that J() = 1, it can be verified
that the Reuss estimate (A.35) actually lies below the bound (A.23).

From the result (A.35) it is possible to generate the corresponding result for an incompressible

Neo-Hookean matrix phase by considering the limit as ' tends to infinity. The result may be written
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in the form Wé(ﬁ) = 5{2@}2}3), where:

(o, R) = (1- o)k [(T_—;)Q N (Alz_—ccf N (Als_—cc)Q i 3] . (A.36)

In this expression, the principal stretches \; are required to satisfy the “approximate” incompress-

ibility constraint J) = 1, which can be written as

~ v _ X1—C XQ_C X3—C o
gA(/\l,)\Q,)\g)—(l_c)(1_C>(1_C) 1=0. (A37)

While exact to second-order in the infinitesimal strain, this “approximate” macroscopic incompress-

ibility constraint is not identical to the “exact” constraint (A.25). Note that, because of this, the
incompressible Reuss estimate (A.36) is really different from the incompressible polyconvex bound
(A.24).

Thus, it appears that at least for the Reuss-type estimate, where the fluctuations are ignored, the
second-order method yields predictions that are inaccurate in the incompressible limit and have been
shown to violate a rigorous bound more generally. Within the context of the earlier second-order
theory, it was found that even for estimates of the Hashin-Shtrikman type, the incompressible limit
was troublesome, and direct application of the theory led to the same “approximate” macroscopic
incompressibility constraint (A.37). For this reason, an “alternate” approach (see also (Lahellec et
al., 2004) for yet a third approach) was proposed in reference (Ponte Castafieda and Tiberio, 2000)
to avoid this limitation of the earlier version of the second-order theory. This approach consisted in
evaluating the compressible term proportional to u’ directly. For later reference, the result of this

“alternate” approach is recalled here:

pl(h-c\* (- X\’
AL AN = (1- o) | (2 2= ) —3-2m(JV)], (A38
RO A2, A5) = C>2[<1—c> +<1—c 1o .  (A38)
where the logarithmic term arises because the exact constraint (A.25) must be enforced (and there-

fore JM = (X1 — ¢)(A2 — ¢)(A3 — ¢)/(1 — ¢)? is not necessarily equal to 1).

Naturally, the hope is that the new version of the second-order theory, incorporating field fluctu-
ations, should lead to better predictions, which should not only yield the “exact” incompressibility
constraint in the limit of an incompressible matrix phase, but should also not violate any known
bounds. This expectation will be explored in the next section in the context of the fiber-reinforced

example mentioned earlier.

A.4 Plane strain loading of transversely isotropic, fiber-reinforced

Neo-Hookean composites

A.4.1 Formulation

In this section, plane strain deformations of a fiber-reinforced composite are considered where the
rigid fibers, which are perpendicular to the plane of the deformation, are aligned in the x5 direction.

The distribution of the reinforcement in the transverse plane is isotropic, so that the hypotheses
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that were made in the derivation of relation (A.26) for W carry over to this special case, with an
appropriate (two-dimensional) modification of the relevant P tensor in the relevant expressions for
Lo. Here, for simplicity, estimates of the Hashin-Shtrikman (HS) type (A.32); will be determined
for the special case of a Neo-Hookean matrix phase with stored-energy function given by (A.7).
The applied deformation F = U in this case is entirely characterized by the two in-plane principal
stretches \; and \a, the out-of-plane principal stretch A3 being identically 1.

Because of the transverse isotropy of the microstructure and the orthogonal symmetry of the
loading condition, it is reasonable to assume that the linear comparison problem of relevance here
will also exhibit orthotropic symmetry, with the symmetry axes aligned with the applied loading
F = U. For plane strain conditions, it suffices to consider the in-plane components of a general
deformation tensor F relative to the symmetry axes, which for convenience will be written as a
vector in R*:

[Fi1 Fp Fio Fnl'. (A.39)

The modulus tensor Lgof the linear comparison composite, which is expected to also exhibit or-

thotropic symmetry, will correspondingly be expressed as a matrix in R**4:

Ly Liez 0 0

LT122 L§222 0 0 (A40)
0 0 L>{212 LT221
0 0 L>1k221 L;lQl

where the diagonal symmetry of the tensor Ly has been used (i.e., Lijx = L)

Now, given the above assumptions, the tensor FO is seen to have at most 4 independent com-
ponents (Fl(%), F2(21)7 Fl(;), FQ(P,), which must be extracted from relation (A.28). This suggests that
the tensor Ly should have at most 4 independent components, with respect to which WO should be
differentiated to generate 4 relations for the 4 components of F® using relation (A.29). Carrying
this program out would, in effect, fix the traces of relation (A.28) to be considered. At the present
time, it is not clear what the best choice for the components of Ly (and, therefore, for the traces of

(A.28)) should be. Here, use will be made of the following prescriptions:

Lioiz = Lowo1, and  Ligor + Liiga = v/ (L1111 — Li212) (Laaza — Li21z), (A.41)

which reduce the components of the Lg to only 4 independent ones (L1111, L2222, L1122, L1212). The
motivations for these choices are: (i) they are consistent with those satisfied by the components of
the tangent modulus of a Neo-Hookean material, expressed relative to the symmetry axes; and (1)
they simplify considerably the expressions for the tensor P (in fact, they lead to simple analytical
results for all components, which are spelled out in Appendix A).

With these additional hypotheses, the equations (A.28) to (A.30), together with equations
(A.32); for the Hashin-Shtrikman estimate for Lo, can be used to generate 4 equations for the

4 components of F® | which are of the form:

. 2 o
( fi)—FﬁO +2fF B =k
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. _ 2 . .
(B - Q) +2RFQ B =k
N 2 N 2 N N
(FD) + (FD) + 2B Y = kg
(1 ~(1 (1 ~(1 F(1) /(1
(A - FD) (P - FR)) - FREY =, (A.42)

where f1, fa, f3, k1, ko, k3, k4 are functions of the components of Ly (or, more precisely, of the
3 ratios Li111/Laz22, L1122/ ooz, and Liaia/Lagas), as well as of the deformation F and the fiber
concentration c. These equations can be shown to have only two distinct solutions for Fﬁ ) and
F2(21), in terms of which F1(21) and 13’2(% ) may be computed. Note that there are 4 possible solutions
for these last two variables (this is because only the combinations Fl(zl)Fz(ll ) and (13’1(21))2 + (13‘2(11 )>2
can be determined uniquely from these equations), but for a given root for FS ) and F2(21), they all
give the same predictions for the energy, so that they are all essentially identical. For completeness,
it is noted that the two roots for F‘l(i) and ﬁ‘2(21) are given by:

2f1ks + k1 ~ (1)

AL R0 _ 2f1ke + k4
VAfi2ks + Afika + R 2 7?2

PO _pO _ 7
e VAfi2ks + Af1ks + Ky

(A.43)

where it is emphasized that the positive (and negative) signs in the roots for Fl(%) and FZ(QD go
together.

Finally, for each of the two essentially distinct roots for the components of F(}) in terms of the
4 independent components of Ly, two sets of 4 additional equations are generated for Ly111, Logoo,
Lq199, and Li212 from the generalized secant conditions (A.27). Now, for the particular case of the
Neo-Hookean potential (A.7), one of these equations can be solved exactly for Lia1a, giving the
result L1212 = p. The remaining 3 equations must be solved numerically. Having computed the
values of all the components of Ly for a given fiber volume fraction ¢, given material parameters (u
and p), and given loading (A; and X3), the values of the components of FO can be computed using
relations (A.43). Then, these results may be used together with the expression (A.22) for F(l) to
compute the effective stored-energy function W for the rigidly reinforced composite using relation
(A.26).

Some illustrative results will be presented in the next subsection and compared with earlier
results and bounds. However, before doing this, the incompressible limit (4’ — oo) of the effective
stored energy is considered here. (Note that for actual rubbers u’/u ~ 10%.) In this context, it
is important to note that the above two distinct roots have very different asymptotic behaviors in
the limit as y’ increases. The main distinguishing feature of the solutions associated with the two
roots (A.43) of the equations (A.42) is that for one root, which is labeled the “positive” (+) root,
JU = det FO) > JO) = det F(l), while for the other, labeled the “negative” (—) root, the opposite
is true.

For the negative-root solution, it can be shown that consideration of the incompressible limit
of the energy for W leads to the “approximate” incompressibility constraint (A.37), in agreement
with the corresponding limit obtained from the earlier version of the “second-order” theory (not
incorporating field fluctuations). Because of this negative feature, and for reasons that will be
detailed in the next subsection on results, this solution will not be pursued further here.

On the other hand, for the positive-root solution, it can be shown that the incompressible limit
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of W is consistent with the “exact” incompressibility constraint (A.25), and therefore consistent
with the expected physics of the problem. The mathematical limit is a bit unusual in that some of
the components of Lg (i.e., L1111, L1122, L2222) become unbounded at finite values of p/, depending
on u, the loading level and the particle concentration. Further details are given in Appendix B,
but the final result for the effective stored-energy function of the rigidly reinforced composite with
a Neo-Hookean matrix phase may be written:
- - 2 - — 2
e [e- (i1’ (i) (1)
2(1-o¢ (M —c) (A2 —¢)
— =2
+ (%)’ (A.44)

Lo, h) = PR, A +

where 5{% is given by expression (A.36) with A3 = 1, and it is emphasized that the exact incompress-
ibility constraint (A.25) is satisfied. This result should be compared with the corresponding result
(cf. eqn. (46) in (Ponte Castafieda and Tiberio, 2000)) from the earlier version of the second-order
procedure (without fluctuations), which, unlike (A.44), is inconsistent with the exact incompress-
ibility constraint (A.25).

In the next section, comparisons will be made with the “alternate” version (see Appendix of
(Ponte Castaneda and Tiberio, 2000)) of the old second-order estimate, which also leads to the

exact incompressibility constraint, and is given by:

Snsthn o) =543+ (1) [+ | [(B - 0%+ (- )] )

where &)g is given by expression (A.38). Briefly, this estimate was generated by applying the old
second-order method to only part of the energy, the additional terms being evaluated by other means.
This required certain manipulations that were difficult to justify. The new estimate (A.44), on the
other hand, is generated directly from the improved version of the second-order method, without

the need of additional assumptions.

A.4.2 Results

Figure A.2 provides a comparison of the new second-order estimates of the HS type with earlier
estimates and bounds for a compressible Neo-Hookean matrix phase with given moduli p, and ',
reinforced with ¢ = 0.30 rigid fibers. Results are shown as function of the applied stretch A for
two different types of loading: (a) pure shear with A\; = X and Ay = 1/), which satisfies the
exact overall incompressibility constraint J = detF = 1; and (b) A1 = X and Ay chosen such

. . e . = =(1
that the “approximate” overall incompressibility constraint J) = det F( )

= 1 is satisfied. (It is
emphasized that the composite is compressible and therefore should be able to accommodate both
types of deformation conditions.) For completeness, both “roots” are shown for the new second-order
estimates, respectively labelled ;I;grs) and &)(75) for the above-defined “positive-root” and “negative-
root” solutions. They are compared against the polyconvex lower bound (A.23), denoted ® pc, the
Reuss estimate (A.35), denoted @, and the old version (Ponte Castafieda and Tiberio, 2000) of the

second-order HS estimates, labelled 50 ms- The energy function of the matrix phase is also shown

in dashed lines for reference.



A. Second-order homogenization estimates in finite elasticity 203

Figure A.2: New second-order and other estimates and bounds for the effective stored energy of a compress-
ible Neo-Hookean rubber reinforced with a fixed concentration (¢ = 0.3) of aligned rigid fibers, as functions
of the applied stretch A. (a) Pure shear loading with A\; = A and X2 = 1/); and (b) loading with A; = X and
Az such that J = 1. The labels &)gg and 6;;5) correspond to the “positive” and “negative” roots of the

new Hashin-Shtrikman second-order estimates, and the labels &>OHS, &)R, and &)pc correspond respectively
to the old version (Ponte Castafieda and Tiberio, 2000) of the second-order HS estimates, the Reuss estimate
and the polyconvex lower bound, respectively.

The main observation that can be made from Figure A.2(a) is that while the new “positive-root”
estimate égg satisfies the polyconvex lower bound ® pc, both the “negative-root” estimate &Dgg
and the old second-order estimate E)o Hs violate this bound at sufficiently large stretches A. In fact,
it can be seen from this figure that both E);;g. and ®opg have a seemingly unphysical behavior
since they become lower than the matrix energy for sufficiently large stretches. This anomalous
behavior for &)SL;S)Y and 50 Hs can be seen to be consistent with the above-mentioned observations
that they both lead to overall incompressibility constraints that are inconsistent with the imposed
deformation (i.e., pure shear). Even though the matrix phase is compressible, the value of p/ in this
case (p/ = 9) is sufficiently large to show the effect of the incompressible limit of these estimates,
which again is inconsistent with the applied loading in this case. The implication of all of this is
that the “positive-root” estimate %gg must be superior to both the “negative-root” estimate 5&;5)
and the old second-order estimate &)O Hs, at least for nearly incompressible behavior for the matrix
phase.

However, as shown in Figure A.2(b), the “positive-root” estimate &)gg also does better than the
other two HS-type estimates when an overall loading condition is imposed that is consistent with
the “approximate” incompressibility constraint (j(l) — detF' = 1), so that the “negative-root”
estimate CT)%_SZ and the old second-order estimate 530 s would not be expected to blow up in the
incompressible limit. (Note that g/ = 7.5 in this case, which is also a relatively large value.) This
figure also shows that the Reuss estimate (identical for the new and old second-order theories because

of the lack of fluctuations) violates the bound in this case.
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Figure A.3: Plots of the phase fluctuation measures £) — F | B — FD and JO — JO | versus the
stretch A\ for the same reinforced, compressible, Neo-Hookean rubbers considered in the context of Figure
A.2. (a) Pure shear loading with A1 = X and A2 = 1/A; and (b) loading with A1 = X and A2 such that
JU =1.

Putting these observations together with the earlier observations concerning the incompressible

limits, the unescapable conclusion is that the “positive-root” estimate &)gg must be superior to the

“negative-root” estimate ;I;g;g, as well as to the old second-order estimate (fo gs. Therefore, the
new theory with fluctuations has been demonstrated to have the capability to give much improved
predictions in finite elasticity, at least relative to the earlier theory (Ponte Castaneda and Tiberio,
2000).

In Figures A.3, the new second-order predictions for the variables £} — F{) and £J) — F{})  as
well as for the variable J1) — J (1), appropriately normalized by the corresponding phase averages,
are given for compressible Neo-Hookean rubbers reinforced by ¢ = 0.3 of rigid particles. Both the
predictions of the “positive” and “negative” roots are shown for completeness. Figure A.3(a) and (b)
give results for the two loadings identified in the context of Figure A.2: (a) pure shear with \; = A
and Ay = 1/, and (b) \; = A and Ay chosen such that J(*) = 1. Although the variables Fﬁ) - Fl(i)
and }7_'2(21) - F2(21) cannot be identified exactly with the fluctuations of the deformation fields Fy;
and Fyy over the matrix phase (because of the complex interactions among the various components
of the deformation field arising from the selected traces of relation (A.28)), they do provide some
measure of the fluctuations of the deformation field in the matrix. The main observation in the
context of these plots is that JO > JO for the positive root, which is physically more appealing
than J < JO for the negative root. In addition, it appears that there are considerable differences
between the two roots, for a given loading, and between the predictions of the same root, for the
two different loadings, which is consistent with the observations already made in the context of the
energies.

In Figures A.4, plots are given for the new second-order estimates (“positive root” only) for the

stored-energy function ‘5515 and corresponding stress S = d%ﬁs/d/\, as functions of the applied



A. Second-order homogenization estimates in finite elasticity 205

25 ‘ I : :
2D c=.30[ic=.20[; ¢=.15 ic=.10
'u =1 : i ;
20| 4 - oof
P 7 do .
d—/](Matrlx)
10 N-
- bl
5 o7 da
= - -7 dd)éHs
- A
0 ! ! d !
2 4 6 8 10

Figure A.4: Plots of the new (positive-root only) and old second-order predictions for the effective response
of an incompressible Neo-Hookean rubber reinforced with various concentrations ¢ of aligned rigid fibers,
and loaded in pure shear with A; = A and X2 = 1/X. (a) The stored-energy functions &% ¢ and 3y s; and
(b) the corresponding stresses S = daﬁis/dk and d%éHS/d/\, both as functions of the applied stretch A.

stretch A, for an incompressible Neo-Hookean material reinforced by rigid fibers at various concen-
tration ¢, subjected to pure shear \; = A and Ay = 1/\. These new second-order results were
obtained by making use of the explicit expression (A.44) and are compared with the “alternate”
form of the earlier version (Ponte Castaneda and Tiberio, 2000) of the second-order theory, as given
by expression (A.45) and shown in dotted lines. First of all, note that the behavior of the composite
is quite different from that of the Neo-Hookean matrix phase in that it becomes much stiffer as
the applied stretch A tends to 1/c, where the composite is found to lock up (i.e., the energy and
the stress blow up). This is an interesting feature that was already predicted by the earlier version
of the theory (Ponte Castaneda and Tiberio, 2000) and is confirmed by the more accurate results
arising from the improved theory incorporating fluctuations. It is also interesting to remark that the
predictions of the new second-order theory are in fact very close to the corresponding predictions of
the “alternate” version of the old second-order theory. The fact that these two estimates, which have
been generated by very different methods, are quite close may suggest that the predictions generated
are fairly accurate in this case. In turn, this similarity in the predictions of the two theories is consis-
tent with the expectation that the most significant nonlinearities giving rise to large fluctuations are
associated with the strongly nonlinear incompressibility constraint. The fact that the fluctuations
are not used in the old second-order theory is compensated in its “alternate” version by the exact
computation of the terms associated with the determinant constraint. The new second-order theory,
using fluctuations, is robust enough to handle the incompressibility constraint directly (without the
need of any special treatment for the determinant terms in the energy expression).

Finally, in Figures A.5, plots are given for the variables A1(11)7 Féé), FS) and F2(11) for the in-
compressible Neo-Hookean rubber reinforced with ¢ = 0.3 of rigid fibers. Figure A.5(a) gives the
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Figure A.5: Plots of the phase fluctuations variable FO versus the stretch A for an incompressible Neo-
Hookean rubber reinforced with ¢ = 0.3 concentration of aligned rigid fibers, and loaded in pure shear with
A = Aand X2 = 1/X. (a) The four non-zero components of F(!)| as well as J*); and (b) the normalized

field fluctuations variables Fl(ll> - F’l(ll), Fé;) - Fg;) and JO — JO.

raw values of these variables, which demonstrate that JO = 1, a feature that was critical in the
asymptotic solution for nearly incompressible behavior, as shown in Appendix B. As can be deduced
from equations (A.42), the basic variables in the analysis are ﬁ'l(ll) — Fl(ll) and FQ%) — FQ(;), and the
combinations Fl(;)FQ(ll) and (Fl(gl))z + (Féll ))2. These combinations of variables allow the determi-
nation of the effective energy and associated stress in a unique manner, but do not allow the unique
determination of the variables F1(21) and Fﬁ ) themselves. This is the reason for the multiple labels
on these curves. Figure A.5(b) gives plots of the variables F'l(ll) — F'l(ll ) and Féé) — FQ(;)7 normalized
by the corresponding phase averages. Although these variables cannot be identified exactly with the
fluctuations of the deformation fields Fj; and Fhe over the matrix phase (because of the complex
interactions among the various components of the deformation field arising from the selected traces
of relation (A.28)), they do provide some measure of the fluctuations of the deformation field in
the matrix. With the given normalizations, it is seen that these fluctuation variables preserve the
symmetry of the loading (pure shear) and increase with increasing stretch, blowing up at A = 1/c.
A scalar measure of the fluctuations, which also incorporates dependence on the variables Fl(zl ) and
Fz(ll ), is provided by JM — J)  This variable also suggests that the fluctuations, suitably normalized

by JU), increase with A from zero at A = 1 to A = 1/¢, when it blows up.

A.5 Concluding remarks

In this paper, the recently proposed “second-order” homogenization method (Ponte Casta-neda,
2002a) has been extended to finite elasticity and applied to estimate the macroscopic response of

particle- and fiber-reinforced elastomers subjected to large deformations. The resulting predictions
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appear to be quite good, exhibiting two qualitative features of special note.

First, the predicted constitutive behavior for rigidly reinforced composites with incompressible
Neo-Hookean matrix phases turn out to be incompressible in an overall sense. Simple as this re-
quirement may be from the physical point of view, it is a non-trivial mathematical result due to
the strong nonlinearities associated with the incompressibility of the matrix phase (detF = 1). In
fact, it is known that an earlier version of the method (Ponte Castafieda and Tiberio, 2000), which
neglected the use of the field fluctuations, led to predictions for the overall response of such rigidly
reinforced incompressible elastomers that were not consistent with the overall incompressibility con-
straint, except in the limit of small deformations. The fact that the new second-order estimates
are consistent with the overall incompressibility constraint for arbitrarily large deformations is an
accomplishment for the theory, and serves to provide further evidence that the fluctuations are es-
sential in generating accurate estimates for the effective behavior of nonlinear composites, in general,
especially when such fluctuations are expected to be significant.

Second, the predictions for the effective response of such incompressible elastomers is found to
exhibit a curious “lock-up” phenomenon at a finite stretch, even when the matrix behavior is assumed
to allow arbitrarily large stretches. This interesting feature, which had already been observed in
the context of the earlier version of the theory (Ponte Castaneda and Tiberio, 2000), can only be
explained in terms of the evolution of the microstructure produced by finite changes in geometry,
and serves to provide further evidence of the strength of the second-order homogenization methods
in terms of capturing the effects of these additional nonlinearities in the field equations. A curious
consequence of this lock-up phenomenon is the fact that the overall stress-strain relations for these
materials exhibit a familiar “S” shape, even for relatively small concentrations of the rigid particles.
This is in spite of the fact that the matrix phase, taken to be Neo-Hookean, does not have such a
shape.
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Appendix A

In this appendix, the in-plane components of the tensor P associated with the orthotropic mod-
ulus tensor Ly, given by expression (A.40) and subjected to constraints (A.41), are computed for the
special case of cylindrical inclusions with circular cross section. In this case, the general expression

(A.33) for P reduces to:

1
=5 Hijri(&1,62,&3 = 0) dS, (A.46)
T Jet+e3=1

where it has been assumed that the fibers are aligned in the x3 direction (note that the “surface”
integral is evaluated over the unit circle).

Now, using the change of variables defined by & = cos(f) and & = sin(f), it follows that the

non-vanishing (in-plane) components of P can be expressed as:

L L
9 2222 2222
1 g Koo COSZ(a) L+ L1212 +2 L1111

- 4o =
2 det K 2
e 2L (1+/B)

Piiin =
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’ 2L (1+/ 722
Pioo1 = Prig. (A.47)
Note that the tensor P exhibits both major symmetry, P;jr = Pryj, as well as orthotropic

symmetry, consistent with similar requirements for Lg. Also note that, due to the symmetry of the
modulus tensor Ly and the type of loading considered in this paper (i.e.,F =U;R= I)7 the only
relevant components that enter in the homogenization process are Py111, P22, and Py122. The other
components have been included in this appendix for completeness.
Appendix B

In this appendix, additional details are presented on the incompressible limit associated with the
“positive” root of the new second-order method applied to a Neo-Hookean-type material reinforced
with rigid fibers. The asymptotic solution resulting from this heuristic derivation has been checked
to give good agreement with the full numerical solution.

This limit is a bit unusual in the sense that some of the components of the modulus tensor Lg
become unbounded at a finite value, u*, of the Lamé modulus p’ of the elastomeric matrix, which
depends on the loading, material parameters, and fiber concentration. Thus, motivated by the

numerical solution for general ', an expansion is attempted in the limit as ¢/ — p* of the following

form:

1

L = —

2222 A

ar

Liinn = A +as+ O(A)
b1

L1122 = N + by +O0(A)
c

Liz12 = Zl + e+ 0(A)
d

Liggy = Kl +da +O0(A), (A.48)

where, by definition, A = 1/L9999 is a small parameter and a1, b1, c1,d1, as,be, ca, and dy are un-
known coefficients (more precisely, they are ratios between the components of Lg) that ultimately
depend on the applied loading, the material parameters, and the fiber concentration.

Now, as already mentioned earlier, the constraint (A4.41);, together with the generalized secant
conditions (A.27), can be shown to lead to the exact result that Lis12 = p. In turn, the constraint

(A.41)5 can be used to solve for L1291 in terms of the other components of L. Because of these facts,
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the following simplifications are obtained:

az — p(a; + 1)
2. /i

Next, using the relations (A.48) and (A.49), the general expressions (A.43) for the (“positive”

root) components of F(1) — FY

c1 = 0, Co = W, d1 = \/a - bl and d2 = - b2. (A49)

lead to expansions of the type:

B~ FY =) + ea(ar, a2)A + 0(A?)

FY — T = yia) + gelar.as)A + O(A?)

FY = wuia)) +us(ar, a2)A + O(A2)

qu) = wvi(a1) + valar, az)A + O(A?). (A.50)

The explicit form of the coefficients in these expansions is too cumbersome to be included here.
Instead, only the unknown arguments upon which they depend have been specified. For instance,
note that the leading term of all the components of FO — F(l) depend solely on a;.

At this point, expressions (A.48) and (A.50) can be introduced into the three reduced (i.e., using
L1212 = p) generalized secant conditions to obtain a hierarchical system of equations. The leading

order terms O(A~1) of these equations are given by
a1x1 +b1y1 =0, bz +y1 =0, a3 —by =0, (A51)

where the arguments of #; and y; have been omitted for brevity. Note that setting the determinant
associated with expressions (A.51); and (A.51)2 to zero implies (A.51)3. Furthermore, it can be
shown that the equation system (A.51) can be trivially satisfied by z; and y; (i.e., y1 = —\/a1x1).
In summary, the terms of order O(A™!) yield only one new condition, namely that, b; = /a;.
After some simplification, the terms of order O(A®) in the generalized secant equations can be

shown to reduce to:

Van (b (Re—1)—bo =1 X w oy )

V2(1 = c)al’* - 75(1)u+@+'u/\2 (] - )

f < <)
1+b1)[(Ao—1)—b1 (A —1 — R _

Ve (L+by)|(Xe = 1) = by (A — 1) _ —{.\LN‘F,L-FM*)\?) (j(l)_J(l))

V2(1 - c)ay/? AR

_az—plar+1) gy o

by = 2 +u (] 1) 5(1), (A.52)

where j(1) = (2 + Xil))(yl + Xél)) — u1v1, which depends exclusively on ay, is the first term in the
expansion of J() (i.e., JO =50 4 O(A)). It is noted now that (A.52); and (A.52)s constitute
a system of two equations for the two unknowns a; and p* (with b; being known in terms of aq).
Furthermore, equation (A.52)3 establishes a relationship between as and by in an analogous manner
to the relationship established between a; and b; by (A.51)s. This structure suggests that the
coefficients a; and b; (i=1,2,3,...), along with the corrections to p*, could be determined from the
generalized secant equations of order O(A*~!) (although this will not be pursued here).

Returning to the problem involving a; and p*, it is easy to show from (A.52); and (A.52), that

Van(rya|(e-t) a1 |30

<\ 2 + Sy —

A % \/i(lfc)al/4 Jm N

ay = (@) and p* = —e — — L. (A.53)
Y X (ju) - J(l))
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The results given by expressions (A.53) suffice to characterize—through (A.49) and (A.51)—the

), as well as the value of p*.

leading order terms of the components of L and FO — F(l

Next, the limit 4/ — oo is considered in the context of expression (A.26) for the effective stored
energy function of the rigidly reinforced, Neo-Hookean, elastomer. In this connection, it is important
to note that the required expression for F® does not change for values of y’ greater than p*. (F(l)
is, of course, also independent of 1'.) This means that for sufficiently large values of y/, the effective

stored energy function takes the form:

W(U) = ,L/g (Xl,XQ) + &) (X],XQ) s (A54)

where it is emphasized that ® is independent of 4/, and

- - 1 /4 2 - A Mg —
g (i) = 5 (j<1> - 1) - (J<1> - 1) [jm - zicc} —0. (A.55)

As already discussed in the body of the text, consideration of the limit as p’ — oo leads to the
overall incompressibility constraint given by g (Xl,XQ) = 0. On the other hand, using (A4.53)1, it
follows from the definition of ;) that

A Ao —c
FONEAT Rl

A.
Roc (A.56)
which, together with (A.55), can be shown to lead to the condition

J=XMl=1, (A.57)

which is nothing more than the “exact” incompressibility constraint (A.25), specialized to plane
strain conditions. With this condition, the effective stored energy function for the incompressible,
rigidly reinforced, Neo-Hookean elastomer is generated from the left-over terms, labelled ® in ex-

pression (A.54). The resulting explicit expression is given by (A.44).

200
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Figure A.6: Plot of u* as a function of the stretch A for various concentrations c of aligned rigid fibers
under pure shear loading A\; = A and A2 = 1/A.

It is interesting to remark that the new version of the second-order method predicts incompress-

ible overall behavior even for rigidly reinforced Neo-Hookean rubbers that have sufficiently high (but
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not necessarily infinite) values of ¢’ (i.e., for g/ > p*). This type of prediction, although perhaps not
strictly correct, is probably very accurate. Physically, this is related to the fact that the overall in-
compressibility of the composite is expected to increase with increasing values of the volume fraction
of the rigid fibers in the compressible elastomeric matrix. Figure (A.6) shows the limiting values pu*
at which the second-order method predicts the onset of incompressible behavior as a function of the
deformation for various concentrations ¢ of rigid fibers. Note that u* — oo as A — 1 and A — 1/c.
This asymptotic behavior is consistent with the full numerical solution as well as with small-strain
linearization conditions.

For completeness, the expressions for the leading order terms in the expansions of 13‘1(11 ) Fgl) and

F2( ) Félz), from which the corresponding expressions for F1(21) and 13’2(%) can be readily determined

(recall that J() = 1), are given by:

(1 =(1
Fl(l)*Fl(l):

~(1 =(1
F2(2)_F2(2):

(A.58)
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