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RESUME

Le développement de nouveau matériaux composites peut s’avérer long et cotteux. Il
serait alors pertinent d’avoir des outils capables de prédire le comportement mécanique de
matériaux composites avant qu’ils ne soient réellement fabriqués. L’utilisation de tels outils
permettrait de réduire le temps et les cotts reliés aux tests de certification. Plusieurs méth-
odes analytiques existent pour prédire les propriétés mécaniques de composites. Les plus
connues sont la regle des mélanges et la théorie classique des laminés. Dans la plupart des
cas, ces méthodes fournissent des prédictions inexactes puisque qu’elles ne prennent pas en
considération toute I'information disponible reliée a la microstructure.

Les modeles d’homogénéisation analytiques prédisent les propriétés mécaniques effectives
de matériaux hétérogenes en utilisant des informations reliées a la microstructure (les pro-
priétés des phases, leur fraction volumique, la forme et 'orientation des renforts, etc.). Toute-
fois, il n’existe pas d’étude systématique et approfondie ou 'on évalue la précision de ces
modeles pour une vaste gamme de propriétés mécaniques et géométriques des phases. Dans
le but de valider la performance des modeles analytiques, leurs prédictions doivent étre com-
parées a celles obtenues par des méthodes numériques. Les différentes méthodes numériques
utilisées dans la littérature sont cotiteuses en terme de temps de calcul, ce qui a limité la
gamme de composites étudiée. De plus, la plupart des études ont été réalisées sans avoir
rigoureusement déterminé le Volume Elémentaire Représentatif (VER).

L’objectif principal de cette these était de valider la performance des modeles
d’homogénéisation analytiques a prédire les propriétés mécaniques effectives et les statis-
tiques des champs locaux de composites renforcés par des fibres elliptiques aléatoirement
distribuées et orientées. Etant donnée qu’'une grande campagne de validation était planifiée,
un outil numérique completement automatisé a été développé. Ce dernier a traité deux étapes
indépendantes: i) la génération aléatoire des microstructures représentatives et i) le calcul
exact des propriétés effectives.

Les microstructures représentatives ont été générées en utilisant une approche basée sur
la dynamique moléculaire. Un nouveau algorithme performant et efficace a été développé
dans le but de générer des arrangements constitués d’ellipsoides aléatoirement distribués et
orientés. L’algorithme proposé a été capable de générer tous les types d’ellipsoides a hautes
fractions volumiques et/ou rapports de forme. Les propriétés effectives et les statistiques
des champs locaux ont été obtenues avec précision en utilisant une technique basée sur les
Transformées de Fourier Rapides (TFR).

Les prédictions de l'outil numérique ont été comparées a celles des modeles
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d’homogénéisation analytiques les plus connus pour une vaste gamme de propriétés mé-
caniques des phases et de fractions volumiques et rapports de forme des fibres. La campagne
de validation a impliqué un rigoureux processus de détermination du VER et approximative-
ment 1800 différents composites a fibres elliptiques ont été étudiés.

Un domaine de validité a été attribué a chaque modele analytique. 11 a été montré
qu’aucun modele ne se distingue des autres comme étant le plus précis sur toute la gamme de
propriétés mécaniques et géométriques des phases. Toutefois, si un seul modele devait étre
choisi pour prédire les propriétés effectives et les statistiques des champs locaux de composites
a fibres elliptiques aléatoirement distribuées et orientées, cette these recommande le modele
de Lielens. En effet, ce modele a fournit des prédictions précises dans la plupart des cas
étudiés.

Outre la validation complete et approfondie des modeles d’homogénéisation analytiques,
la principale contribution de cette these est le développement de deux modeles d’interpolation.
Ces modeles prédisent respectivement les propriétés effectives et les statistiques des champs
locaux de composites renforcés par des fibres elliptiques aléatoirement distribuées et orientées.
Ces modeles peuvent étre une alternative aux modeles d’homogénéisation analytiques puisque

leur précision dépasse celle de tout autre modele publié dans la littérature.
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ABSTRACT

The development of new composite materials can be a long and expensive process. It
would therefore be relevant to have predictive tools that can predict the mechanical behavior
of composites before their fabrication. Using these tools could lead to shorter certification
time and cost reductions. Several analytical approaches exist for predicting the mechanical
properties of composites. The best known are the Rule of Mixtures and the Classical Lami-
nation Theory. In most cases, both approaches lead to inaccurate predictions since they do
not take into account all the available information about the microstructure.

Analytical homogenization models rely on microstructural information (e.g., constituents
properties, volume fraction, shape, orientation, etc.) to predict the effective mechanical
properties of heterogeneous materials. However, no systematic and thorough study evaluates
the accuracy of these models for a wide range of constituents mechanical and geometrical
properties. In order to validate the performance of analytical models, their predictions should
be compared to those obtained by numerical methods. The different numerical methods
that have been used in the literature had a high computational cost, which has limited
the investigated range of composites. Furthermore, most numerical studies were performed
without conducting a rigorous Representative Volume Element (RVE) determination process.

The main purpose of this thesis was to validate the performance of analytical homoge-
nization models at predicting the effective mechanical properties and local field statistics of
randomly distributed and oriented ellipsoidal fibers reinforced composites. Since a large val-
idation campaign was planned, a fully automated numerical tool was developed. The latter
dealt with two independent steps: i) random generation of the representative microstructures
and 7i) accurate computation of the effective properties.

The representative microstructures were generated using a molecular dynamics approach.
A new computationally-efficient algorithm was developed for generating packings of randomly
distributed and oriented ellipsoids. The proposed algorithm was able to generate all types
of ellipsoids with high volume fractions and/or aspect ratios. The effective properties and
local field statistics were accurately computed using a Fast Fourier Transforms (FFT) based
technique.

The predictions of the numerical tool were compared to those of the best known analyti-
cal homogenization models for a broad range of phases mechanical properties, fibers volume
fractions and aspect ratios. The validation campaign involved a thorough and rigorous RVE
determination process and approximately, 1800 different ellipsoidal fibers reinforced compos-

ites were studied.
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A validity domain was attributed to each analytical model. It was found that no analytical
homogenization model stands out of the others as being more accurate over the studied range
of phases mechanical and geometrical properties. However, if a single model was to be chosen
to predict the effective properties and local field statistics of ellipsoidal fibers reinforced
composites, this thesis recommend the Lielens’ model. Indeed, it was shown that this model
was suitable in most of the studied cases.

Besides the thorough and comprehensive validation of analytical homogenization models,
the main contribution of this thesis is the development of two interpolation models. These
models predict respectively the effective properties and the local field statistics of randomly
distributed and oriented ellipsoidal fibers reinforced composites. It was shown that these
models could be an alternative to analytical homogenization models since their accuracy is
the highest published so far.
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INTRODUCTION

Composite materials are increasingly used in the aerospace industry. For example, com-
posites represent 50% of the total mass of the recent B-737 Boeing aircraft. The development
of new composite materials can be expensive and time consuming. Simulation tools have been
used by numerous authors for reducing the breadth of experimental campaigns required to
obtain final products. Among various modeling techniques, homogenization relies on mi-
crostructural information to predict the effective mechanical properties of composites (the
number of phases, their mechanical properties, their volume fractions, their shapes and spatial
distributions, etc.).

In spite of the substantial benefits they offer, few analytical homogenization models are
used in industry. Instead, the industry relies mainly on the simple Rule of Mixtures and
on the Classical Lamination Theory, which lead in most cases to inaccurate predictions.
The industry is then constrained to use unnecessarily high safety factors, which hinders the
production of lightweight parts. This lack of confidence in predictive models is partly due
to the fact that analytical homogenization models have not been thoroughly validated or
verified.

Numerical homogenization is performed by simulating artificial loadings on microstruc-
tures that are representative of the bulk material. The response of the microstructure is
computed using numerical techniques such as the Finite Element Method (FEM) and the
Fast Fourier Transforms (FFT). Numerical homogenization offers the possibility of homog-
enizing any possible microstructure by modeling in detail the geometry of its constituents.
Therefore, numerical homogenization can compute accurate local fields, unlike analytical ho-
mogenization where local fields are approximated. Nevertheless, the applicability of such
an approach is limited due to its huge computational cost when dealing with complex mi-
crostructures (e.g., microstructures with high aspect ratio and/or volume fraction of fibers).

In order to assess the accuracy of analytical homogenization models, it is necessary to com-
pare their predictions to those obtained by numerical methods. Furthermore, these methods
should be fully automated if a large validation campaign is planned. Indeed, a comprehen-
sive performance evaluation requires generating an important database of accurate effective
properties. Therefore, it is of considerable interest to develop a robust and fully automated
procedure for generating this database in order to reduce user input.

The main objective of this thesis is to develop a fully automated numerical tool for
computing the exact mechanical properties of randomly distributed and oriented ellipsoidal

fibers reinforced composites. The development of a numerical tool requires two independent



steps. First, representative microstructures of the composite should be randomly generated.
Then, the local fields and effective mechanical properties must be accurately computed. The
numerical tool is then used to validate the performance of existing analytical homogenization
models at predicting effective responses as well as local stress/strains distributions.

This thesis is organized as follows. Chapter [1| presents a literature review on the analyti-
cal and numerical homogenization methods applicable to randomly distributed and oriented
ellipsoidal fibers reinforced composites. This chapter also summarizes the works dealing with
numerical validation of analytical models and highlights the existing gaps. Chapter [2| intro-
duces the objectives of the thesis with respect to the findings of Chapter [Il The scientific
approach as well as the publication strategy are presented in Chapter [3] The four articles
resulting from this work are included in Chapters[4to 7. Chapter [ presents a rigorous study
on the validation of analytical homogenization models for the case of spherical particles re-
inforced composites. In Chapter [5] a new computationally-efficient algorithm for generating
random packings of hard ellipsoids is introduced. Chapter [0 studies thoroughly the accuracy
of analytical models at predicting the effective properties of composites reinforced by ran-
domly distributed and oriented ellipsoidal particles. Chapter [7] investigates the performance
of the analytical models at predicting the local field statistics. Chapter [§] discusses the rela-
tionships between the articles and Chapter [9] presents complementary work performed during
this project. The contributions from this thesis are finally summarized and topics for future

studies are recommended.



CHAPTER 1

LITERATURE REVIEW

This Chapter introduces the basic principles of homogenization and presents the different
analytical and numerical homogenization methods applicable to composites reinforced by
randomly distributed and oriented ellipsoidal fibers. The various studies that have dealt
with numerical validation of analytical models are also presented. The survey is limited
to two-phase linearly elastic composites. Both matrix and reinforcements are assumed to
be isotropic. Reinforcements are axisymmetric, monodisperse and perfectly bonded to the

matrix.

1.1 Notations and conventions

Scalars and vectors are respectively denoted by letters (e.g., s, S, o, ) and boldfaced
lower case Latin letters (e.g., s); second and fourth order tensors are respectively denoted
by boldfaced Greek letters (e.g., o, 3) and boldfaced upper case Latin letters (e.g., S). The

Einstein summation convention has been adopted, unless specified otherwise.

1.2 Analytical homogenization

1.2.1 Basic principles

Homogenization models are based on the separation of scales between the overall me-
chanical response of the composite, belonging to the macroscopic scale, and the mechanical
behavior of the heterogeneities, belonging to the microscopic scale (Bornert et al., [2001]).
The purpose of homogenization is to derive the relationship between stress and strain at the
macroscopic scale (3 and E) and those at the microscopic scale (o(x) and (x)), as shown
in Figure [I.T} More specifically, homogenization computes the composite’s effective stiffness

tensor é, or compliance tensor g, such that:

¥ =C:E (1.1a)
E=S:% (1.1b)

It is possible to show that (Bohm), [1998)):



T

I
@k
=

1

l\o\'(a:) =C(x): e(x) l

Figure 1.1 Hlustration of the homogenization approach. Separation of scales between the
mechanical behavior of the heterogeneities (o (x) and e(x)), belonging to the microscopic
scale, and the overall mechanical response of the composite (X and E), belonging to the
macroscopic scale.

where < - > denotes an average over the volume:

< flz)> = %/Vf(x)dv (1.3)

where V' is the volume of the composite.
The relationship between the micro- and the macroscopic scale is given by the following

equations:

(1.4a)

E
D> (1.4b)

where A(x) and B(x) denote the strain localization and the stress concentration tensors,
Wam

respectively. The first moment of strains and stresses in phase “i” (i = 1 for the matrix and

i = 2 for the reinforcements) can be expressed as (Hill, 1963):

<e> = <Az

~—

> :E=A;:E (1.5a)

<0'>i:<B(CC > =B;:X (15b)

~—

where < - >; denotes the volume average over phase “¢7” and A; and B; refer respectively to

the average strain localization and stress concentration tensors within the phase.



Tensors A; and B; are related through [Hill| (1965):

A(CE) > = A1+ Ay =1 (16&)
< B(ac) > =B+ By =1 (16b)

13

where I is the fourth order identity tensor and ¢; is the volume fraction of phase “i”.

Using Eqgs. (1.2)) and (1.5)), one can write (Bohm), 1998):

Y = <o(x)>
= < o>+ e<o>
1 1 2 2 (1.7)
= 1 Ci:<e> +Cy: <e >y
= (ClcllA1+CQCQIA2)2E
and
E = <e(x) >
= <E> +<Ee>
1 1 2 2 (1.7h)
= S| <o >+ Sy <o >y
= (ClsliB1+CQSQZB2)22
where C; and S; denote respectively the stiffness and compliance tensor of phase “7”. Egs.
(1.1) and (L.7) lead to the effective stiffness and compliance tensors as:
é = C C1 . A1 + Co CQ . A2 (18&)
g = Sl . B1 + Co SQ . BQ (18b)
Using Eqs. (1.6)), Eqgs. (1.8) can be written as:
é = Cl + CQ(CQ — Cl) . A2 (19&)
g = Sl + CQ(SQ — Sl> . B2 (19b)

For the special case of randomly distributed and oriented reinforcements, [Benveniste

(1987) has obtained the following expressions:
é = Cl+02<(CQ—Cl) IA2> (110&)
S =Si+6((S:-8) :By) (1.10b)

where (X) represents orientation averaging of a given tensor X, such as:
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<anop> = 2_7_[_2

where 0, ¢ and v refer to the Euler angles and w denotes the rotation tensor (Odegard et al.,
2003). Appendix [A|shows how to compute Eq. analytically.

Egs. provide direct estimations for the effective tensors of composites reinforced by
randomly distributed and oriented inclusions based on the knowledge of Ay or By. Given the
complexity of the problem, it is almost impossible to define accurately the tensors A, and
Bs. Thus, the difference between analytical homogenization models lies in the estimation of
these two tensors. These tensors are defined based on the assumptions introduced for each
model, as discussed in Section [1.2.2]

Knowing the effective tensors of a composite and its macroscopic response for a given
loading (i.e., ¥ and E), it is possible to obtain the second order moments of stresses and

strains in each phase Castaneda and Suquet| (1998):

1. dC
<€®€>i_c_iE'8Ci'E (1.12a)
1. oS
g = —X Y 1.12b
<o®o > o s, ( )

Since the phases are isotropic, their stiffness and compliance tensors can be expressed as

follows:

1 -1 1 -1

where x; and p; denote respectively the bulk and shear moduli of phase “7”, while J and K
are the classical spherical and deviatoric projection tensors. Using Eqs. (1.12) and (1.13]),
the following result can be obtained with the chain rule (Castaneda and Suquet, |1998):

1. aC
—E: E =3<e®e>; = J (1.14a)
C; 0/@
1., aC
—E: E =2<e®e> =K (1.14b)
G O

1o, S 1

-3 X = - <o®o>; ] (1.14c¢)
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where ;' and y; ! denote respectively the inverse of the bulk and shear moduli of phase “i”.

1.2.2 Analytical homogenization models
Voigt and Reuss bounds

In the Voigt model, it is assumed that the strain in each phase is equal to the macroscopic
strain E (i.e., A(x) = A; =I). In the Reuss model, it is assumed that the stress in each phase
is equal to the macroscopic stress ¥ (i.e., B(x) = B; = I). These two models are therefore
insensitive to the shape and orientation of the reinforcements. Indeed, their predictions
depend only on the properties and the volume fraction of the phases. Furthermore, it can be
shown that the model of Voigt provides an upper bound while the model of Reuss provides

a lower bound on the mechanical properties of the composite (Bourgeois, [1994]).

Eshelby’s problem

The Eshelby’s problem (Eshelbyl, [1957) is a pillar for most existing homogenization mod-
els. In this problem, an elliptical inclusion embedded in an infinite medium is considered, as

shown in Figure [[.2] Initially, the inclusion is free of stress and strain and then subjected

t
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Figure 1.2 Illustration of the Eshelby’s inclusion problem. An elliptical inclusion embedded
in an infinite medium is subjected to a uniform stress-free strain €*. The resulting strain
field in the constrained inclusion is given by ¢ = S® : &*, where S is the Eshelby’s tensor.
(Bourgeois, |1994)).



to a uniform stress-free strain €* (as a thermal deformation for example) and becomes con-
strained by the surrounding medium. Eshelby has shown that the resulting strain field €° in

the constrained inclusion is uniform and is given by:
e =8¢ (1.15)

where S is the Eshelby’s tensor. This tensor depends on the mechanical properties of the
infinite medium as well as on the geometrical properties of the inclusion. Expressions of S* for
different inclusions shapes and material symmetries can be found in Mura/ (1987)). Appendix
provides the expressions of S¥ for spherical and ellipsoidal inclusions embedded in an
isotropic linearly elastic medium. For complex shapes and material symmetries, Eshelby’s
tensor can be numerically computed according to the methodology of |Gavazzi and Lagoudas
(1990).

Dilute solution of Eshelby

The first homogenization model based on Eshelby’s theory assumes that the reinforce-
ments are embedded in an infinite medium having the properties of the matrix. It is also
assumed that the reinforcements are far from each other. Thus, this model is suitable for

composites having a low volume fraction of inclusions. The strain localization tensor for
Eshelby’s dilute solution is (Eshelby), |1957):

-1
AP = [I +8P 0t (Cy - cl)} (1.16)
where S¥ is Eshelby’s tensor computed using the matrix mechanical properties.

Bounds of Hashin-Shtrikman

Hashin and Shtrikman (1961) have established tighter bounds than those of Voigt and
Reuss by using variational principles. These bounds apply to heterogeneous materials with
isotropic constituents that exhibit an overall isotropic behavior. The strain localization ten-
sors for the Hashin-Shtrikman lower (HSL) an upper (HSU) bounds are expressed by (Hashin),
1962; Hashin and Shtrikman| 1963):

AIQ—ISL = |:I + Slla* : Cl_l : (C2 — Cl):| - (117&)

AIISU _ [1 +8F . Cyt(C - Cz)} B (1.17b)



where S denotes Eshelby’s tensor of a spherical inclusion embedded in a medium having
the mechanical properties of phase “77”.

Walpole| (1966)) reformulated the Hashin-Shtrikman bounds using energy principles. For
aligned reinforcements, the strain localization tensors for the Hashin-Shtrikman-Walpole
lower (HSWL) and upper (HSWU) bounds are expressed by (Walpole, 1966; Willis, {1977}

Weng, 1992):
A;—ISWL — |:I + Slla i Cl_l : (CQ — Cl)]_l (118&)

AIBWU _ [I +55:Cy (G — Cg)]_l (1.18Db)
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where S¥ is Eshelby’s tensor computed using the properties of phase “i”.

Self-consistent model

The self-consistent model was originally developed for polycrystals and has been extended
to composites by the work of Budiansky (1965)) and |Hill| (1965). This homogenization assumes
that the reinforcements are immersed in an equivalent homogeneous medium having the
effective properties of the composite. The strain localization tensor for the self-consistent
model is given by:

ASC=[14+8%:C": (Cy - 6)]_1 (1.19)
where SE is Eshelby’s tensor obtained by considering the effective composite as the infinite
media. Since ST and C are initially unknown, the self consistent scheme is an implicit model

that is iteratively solved.

Generalized self-consistent model

Christensen and Lo (1979)) have developed a three-phase model to predict the shear ef-
fective properties of composites reinforced by spherical and cylindrical reinforcements. This
model is based on the assumption that the inclusions are first immersed in the matrix and the
assembly is then embedded in the effective medium having the sought properties. The model
was subsequently reformulated by Benveniste (2008) and its application has been extended

to multi-phase composites. Unlike the self-consistent scheme, this model is explicit.

Mori-Tanaka model

The Mori-Tanaka model (Mori and Tanakal, 1973) was initially developed to determine

the average stress in the matrix of a composite having a high volume fraction of inclusions. In
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this model, the reinforcements are embedded in an infinite medium having the properties of

the matrix. The strain localization tensor for the Mori-Tanaka model is expressed as follows:

-1
AT =T [clI + C2T:| (1.20a)

where:

T = AP — [I +8P. 07t (O — cl)} B (1.20b)

Benveniste, (1987) proposed a new formulation of the Mori-Tanaka model which is suit-
able for composites with randomly oriented fibers. He developed a model where orientation

averaging is directly performed on T. His estimate reads:
~ ~1
CBen = Cl + CQ<(C2 — Cl) . T> . [ClI + 02<T>:| (121)

It should be noted that this model delivers non-symmetric effective tensors for many mi-
crostructures (e.g., reinforcements with different aspect ratios) (Ferrari, [1991; Benveniste
et al., |1991), which is physically invalid. However, since this study deals with inclusions of
identical aspect ratios, Eq. leads to symmetric tensors.

Lielens’ model

Lielens et al| (1998) have developed a model that interpolates nonlinearly between the
Hashin-Shtrikman-Walpole bounds for aligned reinforcements (Walpole, 1966 Willis, 1977}
Weng, [1992). More specifically, this model interpolates the inverse of the strain localization
tensor between the case where the stiffest phase is embedded in the more compliant phase and
that where the most compliant phase is embedded in the stiffest phase (Tucker and Liang,

1999). The strain localization tensor is given by:
. Wo1-1
A =AM [cll + CQALI] (1.22a)
where:
. ) -1 . —1) !
st = L) [ame] g [aome] 71 o)

vs is the interpolation factor and is related to the inclusions volume fraction (Lielens et all,
1998; 'Tucker and Liang), [1999)):

1
Uy = 562(1 + Cg) (122C)

A" and AP are computed as:



11

Alower _ AIQJISWL _ |:I + Sllil . Cl—l . (CQ _ Cl)]l (122(1)

R —1
Avwrer = ABSVO (1185 G2 (C) - C) (1.22¢)

Ponte-Castaneda and Willis model

Castaneda and Willis| (1995) developed a model to estimate the effective properties by
using the variational formulation of Hashin and Shtrikman (1962a,b). In this model, the
reinforcements are embedded in spherical safety cells, as shown in Figure [1.3] The model is
physically valid if the spherical cells do not overlap. For a composite consisting of an isotropic
matrix and randomly oriented isotropic ellipsoidal inclusions, the effective stiffness tensor is

obtained as follows:
- -1
CPW = Cl{I — ¢ [(APCWY1 + Sy } } (1.23a)

where ST" is Eshleby’s tensor of a spherical inclusion computed using the matrix as the

infinite media. APV

is given by the following relation:
-1
AP — ISP (Cr - C) ¢y (1.23b)

The range of physically valid volume fractions is limited to (Castaneda and Willis|, |1995):

Figure 1.3 Model of Ponte-Castaneda and Willis (PCW): randomly oriented ellipsoidal in-
clusions embedded in spherical safety cells.
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1/R? if R>1
o < with R=ua/b (1.24)

I/R if R<1
where R denotes the ellipsoids aspect ratio defined as the ratio between the length of the
radius along the symmetry axis (a) over the length of the equatorial radius (b). For example,
for ellipsoidal reinforcements with an aspect ratio of 10, the volume fraction limit is 1%. Hu
and Weng| (2000) have shown that the Ponte-Castaneda and Willis model violates the bounds
of Hashin-Shtrikman for volume fractions higher than the physical limit given by Eq. (1.24).

1.3 Numerical homogenization

Numerical homogenization is used to accurately compute the local fields and the effective
properties of heterogeneous materials. For randomly distributed and oriented fibers reinforced

composites, numerical homogenization is performed in three steps:

1) A representative microstructure of the studied composite is randomly generated;

2) The local fields and the effective properties of the generated microstructure are

accurately computed;

3) Steps 1) and 2) are repeated within the Representative Volume Element (RVE)

determination process.

Existing algorithms for generating random microstructures are first described in the fol-
lowing sub-sections. Then, the different numerical techniques for computing the local fields
and the effective properties of a single microstructure are presented. The section summarizes

the different methods available in the literature for determining the RVE.

1.3.1 Generation of random microstructures
Random Sequential Adsorption (RSA) algorithm

The Random Sequential Adsorption (RSA) algorithm (Rintoul and Torquato, 1997) is
certainly the most widely used algorithm for generating random microstructures. At the
beginning of the computation, the position of a reinforcement is randomly selected. Then,
the position of another reinforcement is drawn and the contact is checked between both
reinforcements. If there is interference, the position of the second reinforcement is drawn
again until there is no contact with the first. The process is repeated until the desired
number of reinforcement and volume fraction are reached. Several authors have used this

algorithm and have struggled to reach high volume fractions (Segurado and Llorcal, 2002}



13

Figure 1.4 Microstructure generated using Random Sequential Adsorption (RSA) algorithm.
Number of spheres = 30. Volume fraction = 25%. (Segurado and Llorcal [2002).

Barello and Lévesque), 2008; [Kari et al), 2007b]). In its simplest form, this algorithm can

generate volume fractions of approximately 30% for identical spherical particles. Moreover,

when the desired number of reinforcements is high, the computation time becomes important.

Figure[I.4 shows a microstructure generated using the RSA algorithm, including 30 spher-

ical particles with a volume fraction of 25% (Segurado and Llorca, [2002).

Modified RSA algorithm

An improved version of the RSA algorithm was proposed by [Segurado and Llorcal (2002).

A unit cell having a volume fraction lower than the desired value is first generated with
the RSA algorithm. The cell is then compressed in several steps and the reinforcements
positions and volumes are updated at each compression stage. However, this compression
leads to reinforcements interpenetration. It is therefore necessary to check for reinforcements
overlapping at each compression stage. If two reinforcements overlap, one of them is displaced
along a random vector. If the reinforcements are still in interference, the reinforcement
is placed in its original position and the process is repeated until the two inclusions no
longer intersect. The simulation continues until the target volume fraction is reached. This

modification in the RSA algorithm allows for denser packings than with the original version
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(around 50% for identical spherical particles). Nevertheless, the computation time remains

important.

Molecular dynamics algorithm

Lubachevsky and Stillinger| (1990) proposed an algorithm based on molecular dynamics.
This algorithm was originally applied to discs (2D) and spheres (3D) (Lubachevsky et all,
1991). The main idea of the algorithm is as follows. All inclusions are randomly created in
the unit cell but have a null volume. Each inclusion has also a random velocity vector. The
particles are then set in motion and their volumes gradually increase. Binary collisions are
checked at each iteration. When a binary collision occurs, the velocities of the two concerned
particles are updated according to the kinetic energy conservation principle. Furthermore,
if the unit cell must be periodic (see Section , collisions between particles and the cell
faces must be checked. Indeed, if a particle leaves the cell through a face, it must appear
from the opposite side to meet the periodicity conditions. The simulation stops when the
desired volume fraction is reached. This algorithm is more efficient than the RSA and the
modified RSA algorithms since it can generate very dense packings in a low computation
time. For example, a packing of 30 identical spheres with a volume fraction of 60% can be
generated in less than 10 seconds. It was also possible to reach a volume fraction of 74%
(Ghossein and Levesque, 2012), which is close to the theoretical maximum dense packing for
monodisperse spheres (=~ 74.05%). This type of algorithm is called event-driven molecular
dynamics (EDMD) where a sequence of discrete events are predicted and processed. Other
authors (Allen et al., [1989)) have used a time-driven molecular dynamics (TDMD) approach
where time is divided into small increments and, at each step time, differential equations
based on Newton’s law are integrated. TDMD algorithm are much easier to implement than

EDMD but are far less efficient, especially for high densities.

Molecular dynamics algorithm for non spherical inclusions

The works of Lubachevsky and Stillinger have been extended by Donev et al.|(2005a)) to
the case of non spherical particles within an EDMD framework. In most cases, the collision
time between inclusions is computed numerically. Since this step requires numerous compu-
tations, Donev et al. introduced the near-neighbor list (NNL) concept to avoid computing
unnecessary collisions. Each particle has a bounding neighborhood and collision between a
pair of particles is checked if their bounding neighborhoods overlap. This method is very
useful for aspherical inclusions and speeds up considerably the algorithm. The latter was
applied to ellipses (2D) and ellipsoids (3D) (Donev et al., 2005b). To calculate the colli-
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Figure 1.5 Packing of oblate ellipsoids generated using the molecular dynamics algorithm
proposed by [Donev et al| (2005ab). Number of ellipsoids = 1000. Volume fraction = 70%.
Aspect ratio = 1.9. (Donev, [2006)).

sion time between two ellipsoids, the authors made use of the overlap potentials (Perram
and Wertheim, [1985; Perram et al., |1996). The collision time ¢, between two moving ellip-
soids is the first root of the overlap potential F'(t) that represents the maximum of a certain

parametric function f(t, \):

t. = min(t)
such that F(t) =0 and ¢t >0 (1.25)
where F(t) = Dax f(t, )

Since the maximum of f(¢,\) cannot be computed analytically, the problem takes the form of
two optimization subproblems, which can make the algorithm less computationally-efficient.

Figure shows a packing generated using the molecular dynamics algorithm proposed
by Donev et al.| (2005alb). The packing contains 1000 oblate ellipsoids with an aspect ratio
of 1.9 and a volume fraction of 70% (Donev, 2006).

1.3.2 Local fields and effective properties of a single microstructure

Several numerical methods can be used to compute the local fields and the effective prop-

erties of a 3D microstructure. The most known techniques are the Finite Element Method
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(FEM) and the Fast Fourier Transforms (FEFT). In this section, a brief description of these
two methods is presented. A listing of some other numerical methods can be found in

and [Picrard] (2006)

Finite Element Method (FEM)

The FEM is certainly the most widely used technique for computing the local stress and

strain fields of a given microstructure (Llorca et al., |2000; Bohm et al., |2002; Segurado and
Llorcal, 2002} [Kari et al, [2007b} Barello and Lévesque, 2008}, Klusemann and Svendsen|, [2010;
\Cojocaru and Karlsson, 2010; El-Mourid et al., 2012; |Pahlavanpour et all 2013; [Moussaddy]
let al),[2013D)). In this method, a unit cell is meshed with elements and boundary conditions

are applied. The problem is then solved and the stress and strain fields are obtained in each

element. The required mesh size depends on the number of reinforcements within the unit
cell, their volume fraction and aspect ratio, as well as the mechanical properties contrasts
between the inclusions and the matrix.

Figure shows the meshing of two different unit cells. The first (Figure [1.6a)) contains
randomly distributed spherical particles while the second (Figure contains randomly
distributed voids. The volume fraction in both cells is 20%.

The main advantage of the FEM is that it allows for a non-uniform discretization of the
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Figure 1.6 Meshing of a unit cell. (a) Randomly distributed spherical particles with a volume
fraction of 20%. (b) Randomly distributed voids with a volume fraction of 20%. (Klusemann
and Svendsen, 2010)).
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microstructure permitting different levels of mesh refinements in different parts of the unit
cell. Moreover, different shapes of elements (e.g., cubic, tetrahedrons) can be used, enabling
the representation of reinforcements with complex shapes. However, despite the robustness
of the FEM, it cannot be fully automated since the meshing operation usually requires user

input, especially for large volume fractions and/or aspect ratios.

Fast Fourier Transforms (FFT)

Moulinec and Suquet| (1998 have proposed an algorithm based on Fast Fourier Transforms
(FFT) that computes the local fields in composites. The algorithm consists of discretizing
the microstructures into voxels and solving, in each voxel, the constitutive law in Fourier
space. The constitutive law is iteratively solved until the stress and strain fields converge
within a prescribed tolerance. The main advantage of this technique is that it does not
require meshing, and therefore has the potential to be completely automated. However, the
FFT-based technique requires a uniform discrectization of the microstructure into equal size
voxels. Therefore, the number of voxels required to adequately represent microstructures with
high aspect ratio and/or volume fraction of fibers could become very important. Moreover,
this method converges slowly for high mechanical properties contrast between the matrix and
reinforcements.

Eyre and Milton| (1999) proposed an accelerated version of this algorithm by applying it
to electrostatic problems. The main advantage of this new version is that it converges faster
for high mechanical properties contrasts. However, the computational cost of an iteration in
the accelerated scheme is important when compared to that of the basic scheme. This is due
to the fact that at each iteration, the FFT function is called three times in the accelerated
scheme against twice in the basic scheme.

The common point in the previous algorithms lies in the fact that convergence is impos-
sible for infinite mechanical properties contrasts between reinforcements and matrix (rigid
inclusions, porous phases, etc.). In order to solve this issue, Michel et al. (2000, [2001]) pro-
posed a modification to the basic scheme by introducing a Lagrange multiplier. The authors
applied their new algorithm to voided materials and to rigidly reinforced composites. Con-
vergence was reached in both cases.

In order to optimize the computation time, Moulinec and Suquet| (2003a)) proposed the

following;:

® For low mechanical properties contrasts, the basic scheme should be used;
® For high contrasts, the accelerated scheme of Eyre and Milton should be used;

» For infinite contrasts, the algorithm based on augmented Lagrangian should be used.
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Effective properties of a single microstructure

Whatever the numerical method used to compute the local fields, the effective properties

are derived from the volume averaged stresses and strains:
Y =<o(x)>=C:<¢e(x)>=C:E (1.26)

where < - > denotes an average over the volume, which is equivalent to an average over all
elements (FEM) or voxels (FFT-based technique). Using the major and minor symmetry

properties of elasticity tensors, Eq. (1.26]) can be written in a matrix notation as:

[ 211 | | 61111 61122 E:/‘1133 \/561123 \/561113 \/561112_ Ell
222 C2211 C2222 C2233 \/§C2223 \/§C2213 \/502212 E22
E33 C3311 C3322 C3333 \/§C3323 \/§C3313 \/503312 E33

| 3 3 ~ ~ ~ (1.27)
\/5223 \/§C2311 \/§C2322 \/562333 2 C2323 2 C2313 202312 \/§E23

V2%, V2Cis1 vV2Cism v2Cisss  2Ciss 2Ciss 2Cisn |[V2Es
_\/5212_ _\/§C1211 V2Ci2 V2Ci3 2Ciss  2Ci3  2Chan _\/§E12_

The six columns of the effective elastic tensor can be computed by independently applying six
orthogonal macroscopic deformation states E on the unit cell (e.g., three pure longitudinal and
three pure shear deformations). For example, to calculate the first column, a deformation is
applied in the first principal direction (E1;). The five other columns are determined similarly.
Thus, six independent simulations are required to find the complete stiffness tensor.

For the case of randomly distributed and oriented ellipsoidal fibers reinforced composites,
the effective medium is considered quasi-isotropic (Benveniste, [1987) and hence, is defined
by two independent moduli: the effective bulk modulus k and the effective shear modulus .

These moduli can be computed from C using the following relations:

R o= C”g""” (1.28a)
3C —C
1 30 ( )

Note that Egs. (1.28)) rely on the invariant components of C (i.e., Crumnn and Cppmn)-

Boundary conditions

Homogenization using FEM can be performed under any set of boundary conditions. Ap-

plying different boundary conditions on the same microstructure can yield different effective



19

properties. By choosing appropriate boundary conditions, one can compute more accurate
estimations of the effective properties.

Uniform traction boundary conditions are given by (Huet|, 1990):
olx) n=X-n Vo c Vo (1.29)

where V9 is the surface of the volume element and 7 is the normal vector at position & on

V3. Uniform displacement boundary conditions are such that (Huet| 1990):
u(z)=E-x VaxecV® (1.30)

where u(x) is the displacement vector.

Huet| (1990) has shown that uniform traction boundary conditions underestimate the
effective properties and more precisely lead to a lower bound, while uniform displacement
boundary conditions overestimate the effective properties and lead to an upper bound.

On the other hand (Gusev| (1997) and |[Kanit et al| (2003) have shown that periodic bound-
ary conditions deliver more accurate estimations of the effective properties for a smaller
computational effort. Periodic boundary conditions can be applied on the microstructure by

assuming the following relation (Michel et al., [1999):
u(x) =E-z+ u"(x) (1.31)

where u*(x) is a periodic fluctuation that takes the same value at a pair of homologous points
located on opposite faces of the unit cell (i.e., two points that share two of their coordinates).
Periodic boundary conditions are an integral part of the FFT-based technique. However,
applying periodic boundary conditions in the FEM is a more complex process. First, like in
the FFT formulation, the unit cell must be periodic, i.e., a particle that intersects a face of
the unit cell continues from the opposite face (see Figure . Second, the meshing must
also be periodic. A periodic mesh implies that exactly homologous nodes should be located
at each two opposite faces. The periodic conditions could be then applied by coupling the
displacement of each pair of homologous nodes (Bohm et al| 2002; [Barello and Lévesquel

2008):
u(xs) —u(xy) = E: (2 — ) (1.32)

where x; and @, denotes the coordinates of homologous nodes located on opposites faces.
This can be achieved by applying Multi-Points Constraints (MPCs) on each pair of homolo-

gous nodes.
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1.3.3 RVE determination

Numerous works dealt with the definition of RVE (Hill, 1963} [Sabj, [1992; [Drugan and
‘Willis|, 1996; |Gusev, [1997; [Kanit et all 2003; |Ostoja-Starzewski, [2006). The suggested defi-

nitions are based on the microstructure morphology and/or its physical behavior. The RVE

definitions may be different depending on the application domain. Since the aim of homog-
enization is to compute accurate effective properties, the works as in those of
(2003); [Kari et al| (2007a); Barello and Lévesque| (2008); [Moussaddy et al| (2013b)); Pahla-|
vanpour et al. (2013, 2014) have adopted the physical RVE definition in which a RVE is a
volume element that computes the same target properties as the bulk material , .

In theory, a volume element is exactly representative of a random media when it contains

an infinity of heterogeneities (Ostoja-Starzewski, 2002). For a finite volume, the RVE cannot

be reached exactly but with a predefined error tolerance. Kanit et al| (2003)) proposed a

RVE definition which is not characterized by a single finite volume, but by an ensemble of r
random finite volumes containing N heterogeneities each. As a first step, r random volume
elements are generated and the target properties of each are computed. All generated volume
elements have the same microstructural properties (i.e., constituents properties, inclusions
volume fraction, inclusions aspect ratio, and number of represented heterogeneities). The

required number of realizations r is determined using a criterion based on the confidence

interval of the target properties (Kanit et al., [2003)):

CI[Z]
Z

< € (1.33)

where Z is the arithmetic mean of the target property Z over r realizations, CI [Z} is the
width of the confidence interval of Z and e, is a predefined tolerance.
The procedure is then repeated for increasing numbers of heterogeneities (while keep-

ing constant the other microstructural properties). Several criteria have been proposed
to determine the required number of heterogeneities N to reach the RVE , 1997}

(Ostoja-Starzewski, [1999; [Terada et all, [2000; Kanit et al 2003} [Stroeven et al. 2004} [Ostoja-|
Starzewski, |2006; Trias et al., [2006)). The stability criterion is the most commonly used. It

is based on the stability of the ensemble average of the target property over increments of N

(Gusev, 1907

|Z(N2) _ Z(N1)|
7(N1)

< en with NQ > Nl (134)

where Z(Mi) refers to the arithmetic mean of the desired property Z for an ensemble of volume
elements containing /N; heterogeneities each, while ey is a given tolerance.

The value of N for which this criterion is met depends on the applied boundary conditions.
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Figure 1.7 Effective bulk modulus of a voronoi microstructure as a function of the volume
size V measured by the number of grains included. Three types of boundary conditions
are considered: periodic (PERIODIC), uniform displacement (KUBC) and uniform traction
(SUBC) boundary conditions. For clarity, the error bars are slightly shifted around each
studied volume size V. (Kanit et all 2003).

Figure shows the variation of the effective bulk modulus of a voronoi microstructure as
a function of the volume size measured by the number of grains included (Kanit et all
2003). Three types of boundary conditions were studied: periodic, uniform displacement
and uniform traction boundary conditions. It is observed that the convergence of effective
properties was reached faster under periodic boundary conditions.

Moussaddy et al.| (2013b]) showed that the stability criterion does not provide accurate
results when the fibers aspect ratio is higher than 30. The authors proposed another criterion
to determine the required number of heterogeneities N: the averaging variations criterion.
First, the arithmetic and the harmonic means of the target property Z over r realizations

are computed:

7 = 12@ (1.35a)

T
k=1

Z_k> (1.35b)

where Zj, is the target property of the k' realization.

NN
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N
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The average property is then computed by averaging both means:

N

7+

7 =212 1.36
5 (1.36)

It is possible to demonstrate that:

7 <7z

VAN
VAN
NI

(1.37)

Equality in Eq. (1.37)) is met only if all realizations lead to the same value of Z. The averaging

variations criterion states that the difference between Z and any of Z and Z must be within

Z-2] 12-2]) _ (1.38)
max = ) - < e .
7 7 N

a given tolerance:

1.4 Numerical works and validation of analytical models

Very few studies dealt with the validation of analytical homogenization models for the case
of randomly distributed and oriented fibers reinforced composites. This section summarizes
the different works that evaluate the accuracy of analytical models at predicting the effective

mechanical properties, as well as the local field statistics.

1.4.1 Prediction of the effective mechanical properties
Spherical particles reinforced composites

Spherical particles reinforced composites are the most studied microstructures in the liter-
ature. Several authors have studied the case of isotropic elastic spheres randomly distributed
in an isotropic elastic matrix and compared their numerical predictions against various ana-
lytical models estimates (Gusev, [1997; Llorca et all [2000; |Segurado and Llorcal 2002; |Pierard
et all, [2004; Marur, [2004; Segurado and LLorcal 2006 [Sun et all 2007; [Kari et al., [2007b};
Klusemann and Svendsen, 2010; |Cojocaru and Karlsson, 2010)). Others authors have investi-
gated the case of isotropic elastic spherical particles distributed in an isotropic elastoplastic
matrix (Bohm and Han| [2001; [Han et al), 2001; Bohm et all 2002)). Barello and Lévesque
(2008) have evaluated the accuracy of homogenization models for the case of linearly vis-
coelastic spherical particles reinforced composites with incompressible phases.

The common point in all these works is that only the effect of the particles volume frac-
tion on the homogenization models accuracy has been studied. Most authors have varied
the spheres volume fraction up to 60% and compared their numerical results to the ana-
lytical models predictions. No study has investigated the effect of the phases mechanical

properties contrast on the analytical models performance. Indeed, the numerical simulations
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Figure 1.8 Effective Young’s modulus of spherical particles reinforced composites for different
inclusions volume fractions. (a) Comparison between the FEM results and the predictions of
the Third Order Approximation (TOA), the generalized self-consistent model (GSC) and the
Mori-Tanaka model (MT). Phases properties contrast: 23.(Segurado and Llorca, 2002). (b)
Comparison between the FEM results and the Voigt-Reuss bounds, the Hashin-Shtrikman
bounds (HS) and the predictions of the self-consistent scheme (SCS) and the Lielens’ model
(LIE). Phases properties contrast: 10.(Klusemann and Svendsen, [2010)).

were performed for a fixed value of contrast (typically between 5 and 60), which does not
allow to define rigorously a validity domain for each analytical model. Moreover, most stud-
ies have considered the same contrast for the bulk and shear moduli (i.e., Ko/K1 = pa/p),
which leads to constituents with identical Poisson’s ratio. This assumption has restricted the
studied range of microstructures.

Figure presents the results of two studies where the performance of analytical homog-
enization models at predicting the effective Young’s modulus of spherical particles reinforced
composites was evaluated (Segurado and Llorca) [2002; Klusemann and Svendsen, 2010)). The
authors compared their FEM results to the predictions of several analytical models for dif-
ferent spheres volume fractions.

The first study (Figure reveals that the predictions of the Third Order Approx-
imation (TOA) and the generalized self-consistent model (GSC) were the most accurate.
The authors concluded that Mori-Tanaka (MT) predictions were accurate only for volume
fractions lower than 30%. The second study (Figure reveals that the Lielens’” model

delivered the most accurate estimates. However, since the numerical computations were lim-
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ited to a volume fraction of 35%, it was not possible to generalize this statement for higher
volume fractions.

Furthermore, the effect of the phases mechanical properties contrast on the analytical
models accuracy was not deeply investigated. Indeed, the comparisons were performed for
a fixed value of contrast (23 in the first study and 10 in the second). Different conclusions

could be drawn for higher properties contrasts.

Fibers reinforced composites

No study rigorously and thoroughly dealt with the evaluation of analytical models accu-
racy for short fiber reinforced composites over a wide range of phases mechanical properties,
fibers volume fractions and aspect ratios, in three dimensions. Tucker and Liang (1999))
compared the predictions of a limited number of models against finite element simulations
for aligned fibers reinforced composites. Other works have studied the case of Randomly
Oriented Fiber Reinforced Composites (ROFRC) (Bohm et al.,[2002} |Lusti and Gusevl, 2004;
Kari et al), 2007a; Hua and Gul 2013; Mortazavi et all [2013; Moussaddy, 2013)). Some of
these studies dealt with a very narrow range of fibers aspect ratio (< 5) (Bohm et al., 2002;
Hua and Gul 2013). Others have limited their works to low reinforcements volume fractions
(< 3%), and eluded the rigorous evaluation of the RVE (Lusti and Gusev, 2004; Mortazavi
et al., [2013)).

In their study on aligned short-fiber composites, Tucker and Liang| (1999)) found that Lie-
lens” and Mori-Tanaka models provided the best predictions of effective properties. However,
their numerical simulations did not allow to choose the most accurate model since they were
limited to a volume fraction of 20% and a phases properties contrast of 30.

Bohm et al.| (2002)) compared their numerical results to the self-consistent scheme and
Mori-Tanaka/Benveniste model for the case of a metal matrix reinforced by randomly ori-
ented short fibers. They found a good agreement between the numerical and analytical
predictions. Nevertheless, their analysis was performed on three random microstructures
without determining rigorously the RVE.

Duschlbauer et al| (2006]) studied the case of composites reinforced by planar random
fibers. The authors showed that Mori-Tanaka/Benveniste model was adequate for predicting
the thermoelastic properties of such composites, but it was the only investigated model.
Furthermore, their work was limited to a volume fraction of 21%, an aspect ratio of 10 and
a phases properties contrast less than 10.

In their work on microstructures with randomly dispersed short fibers, |Kari et al.| (2007a)
found that the self-consistent model provided the best estimates of the effective properties.

However, their simulations were performed with a phases properties contrast of 6.4, which
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did not allow to deeply investigate the models performance.
Moussaddy]| (2013) found that Lielens’ model was the best suited model to predict the

effective bulk modulus of ROFRC for volume fractions over 5%. The author also showed

that no model accurately predicted the effective shear moduli for volume fractions over 5%.
However, his study was limited to the case where fibers were completely stiffer than the

matrix (i.e., ko > K1 and gy > p1). The other cases were not investigated.

1.4.2 Prediction of the local field statistics

The capabilities of analytical homogenization models at predicting local field statistics
have been studied by a limited number of authors. The approach typically consisted of
computing local fields for specific microstructures submitted to specific load cases, comput-
ing scalar equivalent stresses/strains and compare them with those predicted by analytical
models. For example, [Moulinec and Suquet| (2003b); Brenner and Masson| (2005); Idiart and|
(Castaneda (2007b); Rekik et al| (2007); Buryachenko| (2011)); Doghri et al| (2011)); Corcolle
et al|(2012); Lahellec and Suquet| (2013)) studied composites while Idiart et al|(2006); Idiart|
and Castanedal (2007b); Rekik et al| (2007); Idiart et al| (2009); Rekik et al| (2012) were

interested in rigidly reinforced and porous composites. Other studies dealt with the com-

putation of intragranular field fluctuations in polycrystals (Lebensohn et all 2004} [2005Db]fa)
2007; |Castelnau et al., [2006] 2008; Brenner et al. |2009; Montagnat et al., |2013)).

However, all of the above-mentioned studies focused on very specific microstructures sub-

mitted to very specific load cases, which led to load dependent conclusions (see Appendix
for more details). Such approaches could provide erroneous observations and cannot, there-
fore, be used to draw general conclusions regarding the accuracy of analytical models at

predicting local field statistics.
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CHAPTER 2

OBJECTIVES AND RATIONALE

2.1 Rationale of the thesis

Based on the literature review, the rationale of this thesis can be explained as follow:

©

No rigorous and comprehensive study has evaluated the performance of exiting an-
alytical homogenization models at predicting the effective mechanical properties of
randomly distributed and oriented ellipsoidal fibers reinforced composites, for a wide

range of phases mechanical properties, fibers volume fractions and aspect ratios.

In the few works that dealt with the evaluation of analytical models accuracy, only
the effect of the fibers volume fraction and/or aspect ratio has been studied. No
study has investigated the effect of the phases mechanical properties contrast on the

homogenization models accuracy.

Numerical homogenization studies were limited to low volume fractions and/or as-
pect ratios due to the challenges related to the random generation process. Al-
though the molecular dynamics algorithm proposed by [Lubachevsky and Stillinger
(1990) works well when generating packings of hard spherical particles, there is no
computationally-efficient algorithm that can generate packings of hard ellipsoids at
high volume fractions and aspect ratios. Indeed, the algorithm proposed by [Donev
et al| (2005a) has a high computational cost since the determination of binary col-
lisions times relied on two optimization subproblems, which makes the algorithm
less efficient. Developing a new computationally-efficient algorithm becomes then

necessary to extend the range of achievable microstructures.

Most numerical studies were performed without conducting a rigorous RVE deter-
mination process due its computational burden. Published works deal with a limited
number of volume elements without performing a statistical analysis to ensure that
the RVE was achieved. It is therefore possible to question the validity of some
published results.

No study has validated the analytical models performance at predicting local field
statistics by using a load independent approach. In all studies, numerical field statis-
tics were computed for microstructures submitted to specific load cases and com-

pared to those predicted by analytical models. Statements and conclusions were
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therefore load dependent, and the presented results cannot be used as a benchmark

for evaluating the accuracy of analytical models at predicting the local field statistics.

2.2 Objectives of the thesis

The main objective of this thesis is to validate the accuracy of analytical homogenization

models at predicting the effective mechanical properties and the local field statistics of ran-

domly distributed and oriented ellipsoidal fibers reinforced composites. This main objective

is divided into three specific objectives:

1)

Assessment of analytical models at predicting the effective properties of
spherical particles reinforced composites

The objective is to find the most suitable analytical model to predict the effective
properties of randomly distributed spherical particles reinforced composites, depend-
ing on the phases mechanical properties contrast and spheres volume fraction. A
fully automated numerical tool was developed and the effective properties were ac-
curately computed for a wide range of phases mechanical properties and particles
volume fractions. The predictions of the numerical tool were compared to the ana-

lytical models estimates and a validity domain was attributed to each model.

Assessment of analytical models at predicting the effective properties of
ellipsoidal fibers reinforced composites

The objective is to study the performance of analytical homogenization models at
predicting the effective properties of randomly distributed and oriented ellipsoidal
fibers reinforced composites. First, a new computationally-efficient algorithm able
to generate random packings of hard ellipsoids at high volume fractions and aspect
ratios was developed. The algorithm was then integrated in the numerical tool devel-
oped previously and the effective properties of ellipsoidal fibers reinforced composites
were computed for a wide range of phases mechanical and geometrical properties.
Comparisons between numerical and analytical predictions quantified the effect of
the phases mechanical properties contrast, the fibers volume fraction and the fibers

aspect ratio on the analytical models accuracy.

Assessment of analytical models at predicting the local field statistics of
ellipsoidal fibers reinforced composites

The objective is to evaluate the accuracy of analytical models at predicting the lo-
cal field statistics of randomly distributed and oriented ellipsoidal fibers reinforced
composites (including spherical and ellipsoidal particles), and more specifically the

intraphase first and second order moments. First, load independent properties di-
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rectly related to the first and second order moments were defined. These load in-
dependent properties were then computed numerically for a wide range of phase
mechanical properties contrasts, fibers volume fractions and aspect ratios. The nu-
merical results were compared to the predictions of a range of analytical models and
the most suitable model to predict the intraphase first and second order moments

was identified.
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CHAPTER 3

SCIENTIFIC APPROACH

Four research articles were prepared in order to achieve the objectives stated in Chapter
2l The following lines describes each article as well as its context with respect to the three

specific objectives.

3.1 Article 1: A fully automated numerical tool for a comprehensive validation
of homogenization models and its application to spherical particles rein-

forced composites

This paper presents a fully automated numerical tool for computing the accurate effective
properties of two-phase linearly elastic composites reinforced by randomly distributed spher-
ical particles. Virtual microstructures were randomly generated using an algorithm based on
molecular dynamics. Composites effective properties were computed using a technique based
on Fast Fourier Transforms (FFT). The predictions of the numerical tool were compared to
those of analytical homogenization models for a broad range of phases mechanical properties
contrasts and spheres volume fractions.

The main contributions and findings of this paper are:

® A new fully automated numerical tool that can compute accurately the effective

properties of randomly distributed spherical particles reinforced composites.

® A database that contains the effective properties of 320 different spherical parti-
cles reinforced composites. In due course, this database might replace analytical

homogenization models.

® A rigorous assessment of several analytical homogenization models for the case of

spherical particles reinforced composites.

® None of the tested analytical models provides accurate estimates for the whole stud-

ied range of contrasts and volume fractions.
® No analytical homogenization model stands out of the others as being more accurate

over the investigated range of volume fractions and contrasts.

This article was published in the “International Journal of Solids and Structures”, volume
49, issues 11-12, pages 1387-1398 in March 2012. This journal publishes research in the field
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of the mechanics of solids and structures. This article was written almost entirely by the
author of this thesis.

3.2 Article 2: Random generation of periodic hard ellipsoids based on molecular

dynamics: a computationally-efficient algorithm

This paper presents a computationally-efficient algorithm for generating random periodic
packings of hard ellipsoids. The algorithm is based on molecular dynamics where the ellipsoids
are set in translational and rotational motion and their volumes gradually increase. Binary
collision times are computed by simply finding the roots of a nonlinear function. In addition,
an original and efficient method to compute the collision time between an ellipsoid and a
cube face is proposed. The algorithm can generate all types of ellipsoids (prolate, oblate and
scalene) with very high aspect ratios (i.e., > 10).

The main contributions and findings of this paper are:

® The binary collision times are computed by simply finding the roots of a nonlinear
function, which is a more efficient and simple technique than that presented by
Donev et al| (2005a,b]).

® The paper puts more emphasis on periodic packings and presents a novel and efficient

technique to compute the collision time between an ellipsoid and a cell face.

® The necessary steps for processing the impact between two ellipsoids are well estab-

lished and can be used for any types of ellipsoids (prolate, oblate, scalene).

® It is the first time that ellipsoids packings with high aspect ratios (i.e., > 10) are

presented in the literature.

® The algorithm is comprehensive and well documented. Detailed pseudo-codes are

given so the algorithm can be easily implemented by other researchers.

This article was published in the “Journal of Computational Physics”, volume 253, pages
471-490 in July 2013. This journal treats the computational aspects of physical problems
and presents techniques for the numerical solution of mathematical equations arising in all

areas of physics. This article was written almost entirely by the author of this thesis.

3.3 Article 3: A comprehensive validation of analytical homogenization models:

the case of ellipsoidal particles reinforced composites

This paper presents a rigorous and exhaustive evaluation of the analytical homogenization

models accuracy for the case of randomly distributed and oriented ellipsoidal fibers reinforced
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composites. Artificial random microstructures were generated using a molecular dynamics
algorithm. Numerical effective properties were computed using a Fast Fourier Transforms
(FFT) based technique. The numerical predictions were compared to those of the analytical
models for a wide range of phases mechanical properties, fibers volume fractions and aspect
ratios. The validation campaign involved a rigorous Representative Volume Element (RVE)
determination process and approximately, 66000 simulations were performed.

The main contributions and findings of this paper are:

® Similar results were obtained for prolate and oblate ellipsoidal fibers. In both cases,

the analytical models show similar trends and have almost the same accuracy.

® Contrasts between phases mechanical properties are the most influential parameters

on the analytical models accuracy, followed by the fibers volume fraction.

® In the investigated range of properties, Lielens’ is the most accurate model provided

that the ellipsoids are stiffer than the matrix.

©®  For microstructures with high fibers aspect ratio, the Mori-Tanaka/Benveniste model
could be an alternative to Lielens’ model when predicting the effective shear modulus,
especially when the fibers are not completely stiffer than the matrix (i.e., ko < Ky

and fig > pi1).

® A new interpolation model has been developed and it can be seen as a substitute to

analytical models.

This article was published in “Mechanics of Materials”, volume 75, pages 135—150 in April
2014. This journal publishes research on general constitutive behavior of advanced technolog-
ical and natural materials as well as on macroscopic predictions based on microscopic models.

This article was written almost entirely by the author of this thesis.

3.4 Article 4: Homogenization models for predicting local field statistics in

ellipsoidal fibers reinforced composites: Comparisons and validations

This paper validates the performance of analytical homogenization models at predicting
the local field statistics in randomly distributed and oriented ellipsoidal fibers reinforced
composites. The numerical validation was based on a newly introduced load independent
metric, which allowed to formulate general conclusions. A large validation campaign was
conducted and the Representative Volume Element (RVE) was rigorously determined for
each combination of phases mechanical properties, fibers volume fraction and aspect ratio.
The load independent properties computed numerically were compared to those predicted by

a range of analytical models.
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The main contributions and findings of this paper are:

® The accuracy of analytical homogenization models is more sensitive to the fibers
volume fraction than to their aspect ratio when predicting the first and second order

moments.

® For low mechanical properties contrasts, Mori-Tanaka and Mori-Tanaka/Benveniste
are the most suitable models to predict the first order moments as well as the intra-
matrix second order moments. For high contrasts, Lielens” model provides the most

accurate predictions.

® Regarding the intra-fiber second order moments, the predictions of the self-consistent
scheme are the most accurate in the investigated range of contrasts and volume
fractions, provided that the fibers aspect ratio is low. For fibers with high aspect

ratio, Lielens’ model has the highest accuracy among the studied models.

® A new interpolation model that delivers accurate estimates of the mean and covari-

ance tensors of the intraphase stress fields.

This article was submitted to the “International Journal of Solids and Structures” on
July 16, 2014. This journal publishes research in the field of the mechanics of solids and

structures. This article was written almost entirely by the author of this thesis.
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CHAPTER 4

ARTICLE 1: A FULLY AUTOMATED NUMERICAL TOOL FOR A
COMPREHENSIVE VALIDATION OF HOMOGENIZATION MODELS AND
ITS APPLICATION TO SPHERICAL PARTICLES REINFORCED
COMPOSITES

E. Ghossein and M. Lévesque (2012). International Journal of Solids and Structures, 49
(11-12), pp. 1387-1398.

4.1 Abstract

This paper presents a fully automated numerical tool for computing the accurate effective
properties of two-phase linearly elastic composites reinforced by randomly distributed spher-
ical particles. Virtual microstructures were randomly generated by an algorithm based on
molecular dynamics. Composites effective properties were computed using a technique based
on Fast Fourier Transforms (FFT). The predictions of the numerical tool were compared to
those of analytical homogenization models for a broad range of phases mechanical properties
contrasts and spheres volume fractions. It is found that none of the tested analytical models
provides accurate estimates for the whole range of contrasts and volume fractions tested.
Furthermore, no analytical homogenization models stands out of the others as being more
accurate for the investigated range of volume fractions and contrasts. The new fully auto-
mated tool provides a unique means for computing, once and for all, the accurate properties
of composites over a broad range of microstructures. In due course, the database generated

with this tool might replace analytical homogenization models.

4.2 Introduction

Determination of composites’ effective elastic properties is a classical solid mechanics
problem. Homogenization models estimate or bound the mechanical properties of compos-
ites using information related to the properties of the constituent phases, their geometry
and their spatial distribution. The bounds of [Hashin and Shtrikman| (1963) (HSB), the
self-consistent scheme (SCS) (Budiansky, 1965; Hill, |1965), the Mori-Tanaka (MT) model
(Mori and Tanaka, 1973 Benveniste, 2008), the general self-consistent scheme (GSCS) of
Christensen and Lo| (1979), the second-order estimates (20E), the three-point bounds (3PB)
and the third order approximation (TOA) proposed by Torquato (1991}, [1998), the model of
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Lielens et al.| (1998), the effective self-consistent scheme (ESCS) and the interaction direct
derivative (IDD) developed by |Zheng and Du| (2001)), are some examples.

These models predictive capabilities have been evaluated numerically by numerous au-
thors, for very specific and limited configurations (see Section [4.3.3]). However, to the knowl-
edge of the authors, no study focused on conducting a systematic and thorough evaluation
of existing homogenization models’ accuracy. As a result, the range of microstructures over
which homogenization models deliver predictions of given accuracies is not rigorously de-
fined. A comprehensive performance evaluation requires generating an important database
of “accurate” effective properties. It is of considerable interest to develop a robust and fully
automated procedure for generating this database in order to reduce user input.

The main objective of this paper is to present a fully automated numerical tool for val-
idating the performance of analytical homogenization models for composites reinforced by
randomly distributed spherical particles. The paper is organized as follows: Section
reviews the different methods for generating random microstructures and computing com-
posites effective properties. Section presents the algorithms implemented in this study
for generating randomly distributed spherical particles microstructures. Section presents
the code used to calculate the effective properties. The methodology adopted to conduct
the validation campaign is introduced in Section [£.6 A comprehensive validation of several
homogenization models is carried out in Section The predictions of these models are
compared to the numerical predictions of the validation tool, followed by a discussion and
analysis of the results.

Unless specified otherwise, the following convention has been adopted: scalars and vectors
are respectively denoted by lower case letters (i.e. a, a) and boldfaced lower case latin letters
(i.e. a); second and fourth order tensors are respectively denoted by boldfaced lower case

greek letters (i.e. a) and boldfaced upper case latin letters (i.e. A).

4.3 Background

4.3.1 Generation of random microstructures

Most artificial microstructures found in the literature were generated using the Random
Sequential Adsorption (RSA) algorithm (Rintoul and Torquato, [1997). In this algorithm, the
position of the first reinforcement is randomly generated. The position of a second reinforce-
ment is subsequently drawn. If both reinforcements are in contact, the second reinforcement
position is redrawn until it does not interfere with the first. The process is repeated until
the desired volume fraction and number of reinforcements are reached. Several authors have

used this algorithm and had difficulties to reach high volume fractions (> 30%). Some au-
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thors (Segurado and Llorcal |2002; [Kari et al., 2007b; [Barello and Lévesquel, 2008) developed
improved versions of the RSA algorithm to reach higher volume fractions, at the expense of
an increased computational cost.

Lubachevsky and Stillinger| (1990)) proposed an algorithm based on molecular dynamics
and they applied it for disks and spheres (Lubachevsky et all [1991). The basic ideas of
their algorithm are as follows. All particles are initially created but they all have a null
volume. The spherical particles are put in motion and their radius increases throughout the
computation. The spheres can collide with each other or with the faces of the cell. The
simulation ends when the desired volume fraction is reached. This algorithm can achieve

high volume fractions, up to the theoretical dense packing, for a low computational cost.

4.3.2 Computation of composites effective properties.

Finite element method is the most commonly used numerical method for obtaining com-
posites effective properties. The technique consists of meshing a Representative Volume
Element (RVE) of the microstructure, imposing boundary conditions and solving for the
stresses and strains. The effective properties are computed from the relation between the
volume averaged stress and strain tensors. Although this method has been successfully used
by many authors (see Table [4.1)), it cannot be fully automated since the meshing operation
usually requires user input.

Moulinec and Suquet| (1998) have proposed an alternative method involving Fast Fourier
Transforms (FFT). The method relies on the solution of Lippman-Schwinger equation
(Kroner, [1972)) in Fourier space. The solution of this equation determines the stress and
strain fields in the composite. The effective properties are then computed as with the finite
element method. An accelerated version of this algorithm was proposed by [Eyre and Milton
(1999). This technique has two main advantages. First, it does not require any meshing, and
hence, has the potential to be automated. Second, it is much faster than the finite element
method for linearly elastic problems (Michel et al.,|1999). In addition, the method imposes
periodic boundary conditions, which allows it to efficiently converge towards the RVE (Kanit
et al., [2003)).

If random microstructures are considered, the effective properties of different composites
should be evaluated according to the rigorous procedure presented by Kanit et al.| (2003)). In
this procedure, for given numbers of represented reinforcements, several microstructures are
randomly generated and the effective properties are computed for each of them. The number
of simulations is considered adequate when the effective properties are known within a given
confidence interval, whose width is below a certain threshold. The process is repeated for

an increasing number of reinforcements and the RVE is obtained when the average effective
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properties converge.

4.3.3 Summary of existing works on the effective properties of spherical particles

reinforced composites

Table summarizes the various studies which dealt with effective properties computa-
tion for randomly distributed spherical particles reinforced composites using finite element
method. Only the case of two-phase composites with perfect interphase and non-overlapping
spheres was considered. For each case, the type of microstructure studied, the range of

volume fractions and constituent phases mechanical properties contrasts are specified. The

Table 4.1 Summary of previous study dealing with the computation of randomly distributed

spherical particles reinforced composites’ effective properties

Author(s) Microstructure studied lecl;?(;is E;)I/ltErfStS Analytical models
7Gusevi(1997). Isotropic elastic matrix and 26.78% 23 Not available.
spheres*
Llorca, et _al. Isotropic elastic matrix and up to 50% 4 & 60 MT, SCS, GSCS.
(2000)). spheres*
Bohm and Han Isotropic elastic spheres in an ~ 20% 6 HSB, 3PB, 20E, MT,
(2001). isotropic elastoplastic matrix™* GSCS.
Han et al. Isotropic elastic spheres in an ~ 20% 6 HSB, 3PB, MT, SCS,
(2001)). isotropic elastoplastic matrix™* GSCS.
Bohm et _al. Isotropic elastic spheres in an ~ 15% 6 HSB, 3PB, MT, SCS,
(2002)). isotropic elastoplastic matrix™* GSCS.
Segurado and Isotropic elastic matrix and up to 50% 23 & oo MT, GSCS, TOA.
Llorcal (2002)). spheres
Pierard et al. Isotropic elastic matrix and 15 to 52% 23 Voigt, Reuss, HSB, MT,
(2004). spheres™* Lielens.
Marur| (2004)). Isotropic elastic matrix and up to 40% 23 Three-phase model
spheres™* (TPM).
Segurado and Isotropic elastic matrix and 15% 6 MT, SCS, TOA.
LLorcal (2006). spheres™*
Sun et al.|(2007). Isotropic elastic matrix and 10 to 60% 44 HSB, MT.
spheres
Kari et _al. Isotropic elastic matrix and 10 to 60% 6 HSB, 3PB, MT, SCS,
(2007D)). spheres GSCS, TOA.
Barello and Incompressible isotropic 10 to 25% 10 & 100 MT, SCS, TOA.
Lévesque| (2008).  viscoelastic matrix and
spheres
Klusemann and Isotropic elastic matrix and up to 35%  up to 20 Voigt, Reuss, HSB, MT,
Svendsen| (2010).  spheres & oo SCS, Lielens, ESCS, IDD.
Cojocaru and Isotropic elastic matrix and 5 to 25% 6 HSB, SCS.

Karlsson| (2010)).

spheres
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contrast is defined as g—f, where F is Young’s modulus and subscripts 2 and 1 refer to the
reinforcing and matrix phases, respectively. For clarity, the contrast values were rounded
up to the unit. The symbol “*” in the field “Microstructure studied” means that the paper
partially focused on determining the effective properties of composites reinforced by spherical
particles. The models listed in the “Analytical models” column are those against which the
authors compared their predictions.

Table 4.1 reveals that most authors studied the effect of the volume fraction on analytical
homogenization models accuracy. Very few studies dealt with the effect of the mechanical
properties contrast on homogenization models accuracy. In addition, all the authors consid-

ered constituents having very similar Poisson’s ratios.

4.4 Random generation of periodic spherical particles

The algorithm for generating the random microstructures used in this study is inspired
on that proposed by [Lubachevsky and Stillinger| (1990). The algorithm was implemented
in MATLAB. A fixed number of particles having a null volume were created in a unitary
cube at the beginning of the computation. A random velocity vector was also assigned to
each particle. The spheres were then put in motion and their radius increase according to a
growth rule. The goal of the algorithm was to compute the time at which either one of the
following events occurred: collision between two spheres (Algorithm or collision between
one sphere and at least one of the cell faces (Algorithm . If two particles collided, their
new respective velocity were computed using the kinetic energy principle (Algorithm [4.4]).
However, spheres hitting one of the cell faces were copied periodically on the opposite faces
in order to meet the periodicity requirement of Moulinec and Suquet’ (1998) algorithm.
The computation ended when the desired volume fraction was reached.

Algorithm [4.1] presents the main program that calls Algorithms [4.2] to [4.5] (see Appendix
[.A]). In addition, the following paragraphs detail the various subroutines. Detailed descrip-
tions are given, so that the code can be reproduced by other researchers. In the algorithm
description, the following convention is adopted, unless otherwise specified: a symbol with
an index represents a unique entity for each sphere (i.e., ;). A symbol with a superscript

represents an entity that changes from one calculation step to another (i.e., a™).

4.4.1 Detection of binary collisions

The collision time t between two particles i and j satisfies the following equation:

[Ar" + Av"t|| = [(R} + R}) + (a; + a;)t] (4.1)
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where

Ar" =rl —r} 4.2a)
Av" = v — v} (4.2b)

Eq. (4.1)) leads to a quadratic equation in ¢, of the form:
at? + 26t +~v =0 (4.3)

where

o = || A0 — (a; + a;)? (4.4a)
B =Ar"- Av" — (R} + R})(a; + a;) (4.4Db)
v = [|Ar"|* — (R} + R})? (4.4¢)

The various steps for determining the next collision time between two spheres are summarized

in Algorithm [4.2]

4.4.2 Detection of collisions with the cube cell faces

Collision times must be computed between each sphere i and the cube faces that do not
intersect . The collision time between a sphere and a cell face is given by the following

equation:

[R? — r?(k)] [vf(k) — az} - for k € {1,2,3}
Tike = ) (4.5)
[L—r?(k—i%) —Rﬂ [U;L(/c—za) +ai]7 for k € {4,5,6}

where r"(m) and v?(m) refers respectively to the m'™ term of vectors 77 and v?. Eq.
computes the collision time with faces located at x;1 =0, xa =0 and 23 =0 (k =1, k = 2
and k = 3 respectively) and with faces located at x; = L, 2o = Land x5 =L (k=4, k=5
and k = 6 respectively). The steps required to compute the next collision time between a
particle and a cubic cell face are outlined in Algorithm [4.3]

4.4.3 Post-collision particles velocities update

Figure [4.1] shows two colliding spheres. Their velocities before collision are divided into

two components: one parallel and one perpendicular to the line connecting their centers. The
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Figure 4.1 Two colliding spheres.

perpendicular components are preserved during the collision. The parallel components are
interchanged while adding the effect of the radius growth rate. The spheres velocities after
collision are computed by adding respectively the new parallel and perpendicular components.

Details of the procedure are presented in Algorithm [4.4]

4.4.4 Creation of periodic particles following their collision with the cubic cell

faces

When a sphere ¢ collides with one or more cube faces, periodic spheres must be created

on opposite sides. The number of periodic spheres created depends on the number of faces
n+1

that intersect the sphere 7. Each periodic particle has a position vector denoted by P and

a velocity vector denoted by Pv}*'. Each periodic sphere has the same velocity as particle
i but is offset from it by a vector h. h = (a,b,c) where a, b and ¢ can take the values of
{0, L, — L}, depending on which face the periodic particle appears. More details are given in

Algorithm [£.5]

4.4.5 Examples of random microstructures

For illustration purposes, assemblies of 100 spheres with a volume fraction of 50% were
generated in less than 25 seconds using MATLAB 2011a on an Intel i7 Quad Core, 1.60 GHz,
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Figure 4.2 A packing of 1000 spherical particles randomly distributed in a periodic unit cell.
Volume fraction = 40%. For presentation purposes, the parts of the spheres outside the cell
were cut.

8 GB RAM. The algorithm also reached a volume fraction of 74% which approaches the
theoretical maximum dense packing arrangement for spheres of identical size (ﬁi ~ 74.05%).
Figure[4.2)shows 1000 identical spherical particles randomly distributed in an elementary cube

for a volume fraction of 40%.

4.5 Determination of composites effective properties with FFT

The effective properties properties were determined using the algorithm proposed in
(Moulinec and Suquet;, |1998; [Michel et all [1999) and accelerated by the works of |[Eyre and
Milton| (1999). The following subsections present the outline of this algorithm.

4.5.1 Discretization of the microstructure

The microstructure was discretized into N x N x N cubic voxels. Only the parts of the
spheres inside the cell were considered. A material was assigned to each voxel. The rule of
arbitration has been chosen as follows. Nine points uniformly distributed were considered
in each voxel. If the majority of the points belonged to a sphere, then the entire voxel was
assigned the mechanical properties of the spherical particles. Otherwise, the voxel had the
properties of the matrix. Then, the volume fraction of voxels belonging to the spheres was

computed. The discretization was adjusted until the volume fraction reached the microstruc-
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Figure 4.3 Discretization of an elementary volume containing 30 spherical reinforcements for
a volume fraction of 50%. (a) 32 x 32 x 32 voxels. (b) 128 x 128 x 128 voxels.

ture’s volume fraction, within a certain accuracy. Convergence in terms of voxels number is
discussed in detail in Section .5

Figure shows an example of discretized microstructures with two different grids. In
Figure [4.3a] the resolution is 32 x 32 x 32 and the relative error on the volume fraction was
0.16%. However, in Figure 4.3b], a resolution of 128 x 128 x 128 led to a relative error on

volume fraction of 4.77 x 10~4%.

4.5.2 Calculation of effective properties

The main steps of the algorithm used for computing the effective properties of composites
are presented here. Algorithm lists the various operations implemented in this study.
Specific information is given in the following paragraphs. For more details, consult (Moulinec
and Suquet), [1998; Michel et al., [1999; Eyre and Milton, 1999).

In this algorithm, @, represents the coordinates of voxels in real space while &, repre-
sents the wave numbers in Fourier space. The Fast Fourier Transforms and its inverse are
respectively represented by FFT and FFT . Two types of errors were used to assess con-
vergence: the equilibrium error (e.,) calculated in Fourier space and the compatibility error
(€comp)-

In the algorithm, C° denotes the stiffness tensor of the reference material computed

from x° and px° which represent respectively the bulk and shear modulus of the reference
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material (see Moulinec and Suquet| (1998) for more details). A Green operator was that for

an isotropic elastic reference material and was given as in Fourier space (Mural, [1987)):

1 N+’ &EEG
= L0IE (0ri&i&j + 01k + Oni&i&i + 015€Es) — OO0 20 €]

0

() (4.6)

where \° is the Lamé modulus of the reference material and § denotes Kronecker’s delta.
Composites’ homogenized properties were computed from the volume averaged stresses

and strains. These two entities are related according the following equation:
<o(x)>=C:<e(x) > (4.7)

where < - > means an average over the volume and C is the unknown effective tensor.
For each realization, C was not strictly isotropic because a finite number of spheres was
simulated. Consequently, the effective bulk and shear modulus for each realization were

obtained as follows:

~ Ci212 + Ci313 + Cagas

o= 3 (4.8a)
- ~ 4.
R; = Ciiu — g,u for ¢ € {1, 2, 3} (48b)
- ~ 2. o
Riti+; = Ciijj + 5# for (%J) € {(17 2)7 (1»3)7 (273)} (4-8C)

R

The algorithm’ implementation was validated by comparing its predictions against those

obtained by finite elements (not shown here). Identical results (within 0.9%) were obtained.

4.5.3 Parallelization of the algorithm

Effective properties were computed by imposing 6 orthogonally different displacement
strain field (when expressed as per the modified Voigt notation). For example, the first column
was determined by imposing a strain in the first principal direction (£11). The other five
columns were computed in an equivalent manner. Thus, Algorithm 6 can be called six times
independently, which renders its parallelization computationally-efficient. The computation
time was divided by almost 6 when computations were performed on 6 independent workers.

Table provides the approximate computation time as a function of the number of

voxels, for 4 = k1 = 1 and ps = k9 = 10. The microstructure contained 60 spheres with a
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Table 4.2 Approximate computation time as a function of the number of voxels. p; = x; =1
and py = ko = 10. Number of spheres = 60. Volume fraction = 30%. Calculations were
performed using MATLAB 2011a on an Intel(R) Xeon(R) Dual Core, 2.40 GHz, 48 GB RAM
and parallelized on 6 local workers.

Computation time (seconds)
Voxels number
Discretization  Calculation of effective properties Total
32 x 32 x 32 0.62 1.36 1.98
64 x 64 x 64 2.49 10.51 13.00
128 x 128 x 128 16.96 104.42 121.38

volume fraction of 30%. Calculations were performed using MATLAB 2011a on an Intel(R)
Xeon(R) Dual Core, 2.40 GHz, 48 GB RAM and parallelized on 6 local workers.

4.6 Validation campaign

The accuracy of homogenization models was evaluated for composites made of an isotropic
matrix reinforced with isotropic spherical particles. Four parameters were defined: p; = ﬁ,
P2 = %, p3 = % and v¢. p; represent the normalized contrast with respect to the matrix shear
modulus and v, represent the spheres volume fraction. p; took values of {1,10,100,1000}
while v; took values of {0.1,0.2,0.3,0.4,0.5}. Effective properties were therefore obtained for
320 different materials. For each combination of these variables, three types of convergence
were studied. First, the convergence of the stress and strain fields was checked for each realiza-
tion. Second, statistical confidence intervals on the mean effective properties were computed
for each given number of particles represented. For a fixed number of spheres, the number of
realizations was increased until the width of the confidence interval was below a prescribed
threshold. Third, the RVE was determined by increasing the number of spheres and by com-
paring the confidence intervals of the respective effective properties. Implementation of these

three convergences are described in the following subsections.

4.6.1 Convergence of the stress/strain fields

A convergence analysis in terms of number of voxels was performed. A tolerance of 2%
was used on the effective shear and bulk modulus as a criterion of convergence. Let N be
the number of voxels along the cube side. N was initially set to N = 32 and doubled. If the
results converged for N = 64, the simulation stopped. If convergence was not reached, N
was increased to N = 128. For the tested range of contrasts and volume fraction, most cases

converged with 1283 voxels or less.
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(b)

Figure 4.4 (a) Compact arrangement with a volume fraction of spheres equal to = (=
74.05%). (b) Compact arrangement diluted to 50% volume fraction of spheres.

However there were cases in which 1283 voxels were not sufficient. It was therefore neces-
sary to discretize the microstructure with 256% voxels. This discretization requires consider-
able computational resources. In order to avoid running calculations for such large models,
the following approach was defined. For each combination of contrasts where convergence did
not occur at 1282 voxels, a convergence analysis was performed on a compact microstructure
where vy = 50%. To obtain this microstructure, the most compact arrangement was con-
sidered with a volume fraction of spheres equal to 3\% ~ 0.74 (see Figure . Then, this
arrangement was diluted into the matrix until the volume fraction of spheres reached 50%,
as shown in Figure [£.4b] It was assumed that this type of microstructure was the worst case
because the stress and strain fields present high gradients. Therefore, it was assumed that if
convergence in terms of voxels was reached for this type of microstructure, it would also be
reached for any other random microstructures with a spheres volume fraction lower than or
equal to 50%, for the same values of p;.

For the combinations of {p;, v;} where convergence was not reached for 128° voxels, con-
vergence was tested on the compact microstructure for N = {128,160, 256}. If convergence
occurred at N = 160, 160° voxels were used for the generated random microstructures. If
convergence was reached at N = 256, microstructures were discretized in 256% voxels. For
most cases, a discretization of 1603 voxels was sufficient. Only 6 cases out of the 320 required

2563 voxels to converge.
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4.6.2 Effective properties convergence

The mechanical properties were computed using the methodology proposed by Kanit et al.
(2003). For each number of spheres, the number of simulations n was considered sufficient if
the following inequality was satisfied:

Tn—l Sx

max (1—a/2)

e=R, i T\/N

where T is the quantile of the Student distribution with (n — 1) degrees of freedom, S is an

<0.01 (4.9)

estimate of the standard deviation of z and (1 — «) is the desired confidence level. For this
study, 1 —a = 0.95. It should be noted that in each case, a minimum of six simulations were

realized.

4.6.3 Convergence of the RVE

The procedure described in Section [4.6.2] was repeated for an increasing number of spheres.
The RVE was defined as the number of represented spheres above which the effective property
did not significantly change, in statistical terms, with the computed confidence intervals of
Section [4.6.2] The final effective properties were those calculated for the RVE.
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1.6l 1.85 . T T T T i

& LAr % 175 ] i

17 o g #ooo s
1.2} _
1.65 . . . . .
10 20 30 40 50 60 R
Number of spheres e
[
1 Il Il Il Il Il
10 20 30 40 50 60

Number of spheres

Figure 4.5 Effective properties as a function of the number of represented reinforcements (15,
30, 45 and 60 spheres). g = k1 = 1, 1o = k2 = 10 and vy = 0.3. The error bars represent a
95% confidence interval on the mean value.
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For illustration purposes, Figure 4.5 shows the mean effective moduli, along with their
95% confidence intervals, as a function of the number of represented reinforcements for a

typical case (111 = k1 = 1, po = ko = 10 and vy = 0.3).

4.7 Results and discussion

Properties £ and i computed with the numerical tool (NT) for several contrasts and vol-
ume fractions were compared to the predictions of several analytical homogenization models:
Mori-Tanaka (MT), self-consistent scheme (SCS), general self consistent scheme(GSCS), Lie-
lens and third order approximation (TOA). MATLAB built-in cubic spline interpolation was
used to interpolate between the 320 generated data points. This interpolation was used in
the following plots.

The results are shown for the case where the reinforcements are stiffer than the matrix
(k2 > K1 and pp > 1) and for the case where (ko < k1 and puo > py). For each case, the
shear modulus of the matrix was set to 1 and results are presented for volume fractions of

10%, 30% and 50% .

4.7.1 Spheres stiffer than the matrix (ky > x; and puy > )

For this case, k; was set to 1 and contrasts p; and p3 were simultaneously varied from 1
to 1000. This led to constituents with constant Poisson’s ratio.

For a volume fraction of 10% (Figure [4.6]), predictions are satisfactory for all the studied
models. For k, SCS and Lielens provide the most accurate predictions. For g, SCS seems to
be the most accurate model.

Figure [4.7| shows that the model predictions deviate from the accurate solution when the
volume fraction of spheres is 30%, especially for high contrasts. In this area, MT, GSCS and
TOA models underestimate the accurate solution while the SCS overestimates it. For low
contrasts (p13 < 70 for k and p; 3 < 20 for p1), TOA is the most accurate. However, for high
contrasts (p; 3 > 70 for k£ and p; 3 > 20 for 1), Lielens is the most accurate model.

The same behavior is observed when the volume fraction of spherical particles is 50%
(Figure [4.8). However, the predictions of SCS diverge very rapidly when the contrasts ratios
increase. SCS is not adequate for predicting the properties of such composites with high
contrasts and volume fractions. For low contrasts (p;3 < 10), all models lead to similar
predictions while for high contrasts (p; 3 > 70 for & and p; 3 > 40 for ), it seems that Lielens
delivers predictions having less discrepancy. It is interesting to note that all models except

SCS predict a plateau when p; 3 > 100. This is not the case for the accurate solution.
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4.7.2 Spheres stiffer than the matrix in terms of shear only (xy < x; and ps > 1)

For this case, ko was set to 1 and contrasts p; and p, were simultaneously varied from 1 to
1000. Therefore, the Poisson’s ratios of the two phases are not identical and their difference
increases with increasing contrast.

It is important to note that, for this specific case, the predictions of Lielens are not
shown in the plots. Indeed, our implementation of Lielens model relies on an interpolation
between the strain localization tensors used for computing Hashin and Shtrikman lower and
upper bounds (see Egs. (25) and (26) in (Lielens et al), 1998)). When the matrix is more
compliant than the reinforcements (i.e. when p; < po and k; < Ko simultaneously), the
lower bound corresponds to the estimation of Mori-Tanaka. When the matrix is stiffer than
the reinforcements (i.e. when p; > us and k1 > ko simultaneously), the upper bound
corresponds to the Mori-Tanaka estimation. As a result, if the matrix is more compliant
than the reinforcements, the Lielens estimation will always be stiffer than that of Mori-
Tanaka and if the matrix is the stiffest part, the Lielens estimation will be more compliant
than that of Mori-Tanaka. However, when the matrix is neither more compliant or stiffer
than the reinforcements (i.e. when p; < po and k1 > kg or g > pe and k1 < ko) Lielens
model becomes inapplicable. For example, consider the case where pu; < ps and Ky > kao.
Consider further that the Mori-Tanaka estimation is computed with fi,,, ftf, Kk, and £ where
subscripts m and f refer to the matrix and fiber phases, respectively. Then, for this specific
case, the upper Hashin-Shtrikman Bound (HSB) would be computed with the Mori-Tanaka
estimation by setting pu,, = 2, ftf = p1, Km = K1 and Ky = kg and the lower HSB would
be computed with the Mori-Tanaka estimation be setting i, = p1, pty = po, K = ko and
kf = Ki. The two HSB are computed for materials that do not really exist because they
are a combination of both the matrix and reinforcement properties. Therefore, for the cases
where the matrix is neither more compliant or stiffer than the reinforcements, Lielens model
doest not make physical sense. As a result, for theses cases, the predictions of Lielens model
were not compared with the accurate solution.

Figure shows that for a volume fraction of 10%, all models are accurate. For high
contrasts (p12 > 70 for K and p; 2 > 30 for 1), most models deliver inaccurate predictions. In
this area, MT, GSCS and TOA underestimate the effective properties. For this low volume
fraction of spheres, SCS is the most accurate model. To better understand the difference in
behavior between both plots in Figure [1.9] us was set to 10 and only p, was varied from 1 to
1000, as shown in Figure [1.10] For &, a behavior similar to that of Figure was observed.
1 remained almost constant as a function of k;. j is therefore fairly insensitive to a variation
of k1. The opposite behavior was observed when x; was fixed instead of p5 (not shown here).
Therefore, the shape shown in Figure is typical of the case where ko > k1 while that of
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Figure is typical of the case where ko < k1. It should be noted that cases where py < 1y
were not studied in this work and further works are needed to confirm that plots similar to
that of Figure would be obtained for these cases.

Similar behavior is observed in Figure where the volume fraction of spheres is 30%.
However, SCS is less accurate at this volume fraction than it was at 10%. For &, TOA is the
most accurate model, while for 1, GSCS is the closest to the interpolation curve.

When the spheres and the matrix are in equal proportions (Figure , the predictions
of SCS diverge rapidly from the interpolation curve. The behavior of this model is therefore
similar to that shown in Figure . For low contrasts (p12 < 30 for & and p; o < 70 for 1),
TOA is the most accurate model for the two effective moduli. However, for high contrasts
(p12 > 70), predictions of GSCS are the closest to the accurate effective shear modulus. For
K, there is no model that accurately represents the accurate solution. Finally, it is important
to note that the accurate effective properties do not reach a plateau in the investigated range

of contrasts while all models (except SCS) predict a convergence of properties for p; o > 500.

4.7.3 Maximum relative error induced by each analytical model

Tables and present the maximum relative error made by each analytical model

when predicting respectively x and p. This relative error € was computed as:

it = F

By (4.10)

€= max
i€{1,2,...,320}

where f refers to either K or g, superscripts m and e denote respectively the predictions of

the analytical models and the numerical tool, while subscript ¢ refers to one of the predictions

Table 4.3 Maximum relative error (€) induced by each analytical model when predicting k for
320 different combinations of contrasts ratios and spheres volume fractions (except for Lielens
model where only 200 cases were considered). [a, b, c] means that {p1, p2, p3} = {10%,10°, 10¢}.

Volume fractions

Models 10% 20% 30% 40% 50%
€ [a, b, ] € [a, b, ] € la, b, ] € la, b, ] € la, b, ]
MT | 17% [3,3,0] | 24% [3,3.0] | 31% [3,3,0] | 40% [3.3,0] | 52% [3,3,0]
SCS | 4% [1,3,0] | 18% [2,3,0] | 45% [2.3,0] | 97% [2,3,0] | 588% [3,0,3]
GSCS | 17% [3,3,0] | 24% [3,3,0] | 31% [3,3,0] | 40% [3,3,0] | 52% [3,3,0]
Lielens | 1% [3,0,3] | 5% [0,0,3] | 12% [0,0,3] | 23% [0,0,3] | 42% 1[0,0,3]
TOA |15% [3,3,0] | 20% [3,3,0] | 26% [3,3,0] | 35% [3,3,0] | 47% [3,3,0]

Y ?
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Table 4.4 Maximum relative error (¢) induced by each analytical model when predicting jz for
320 different combinations of contrasts ratios and spheres volume fractions (except for Lielens
model where only 200 cases were considered). [a, b, c] means that {p1, ps, p3} = {10%,10°, 10¢}.

Volume fractions

Models 10% 20% 30% 40% 50%
€ la, b, ] € [a, b, ] € la, b, ] € la, b, ] € la, b, ]
MT | 6% [3,3,3] | 17% [3,3.3] | 32% [3,3,3] | 53% [3.3,3] | 2% [3,3,3]
SCS | 2%  [3.3,3] | 5% [2,3.1] | 29% [3,3,2] | 291% [3,3,3] | 930% [3,3,3]
ascs | 5%  [3,3,3] | 12% [3,3,3] | 19% [3,2,2] | 28% [3.3,3] | 45% [3,0,3]
Lielens | 8% [3,3,0] | 17% [3,3,0] | 25% [3,3,0] | 41% [3,3,3] | 60% [3,3,3]
TOA | 4% [3,3,3] | 11% [3.3,3] | 22% [3,3.3] | 41% [3,3,3] | 61% [3,3,3]

among the 320 generated data points (except for Lielens model where only 200 cases were
considered).

The relative errors are rounded to the unit. For each volume fraction, the combination of
contrasts for which the maximum error was induced is specified. The tables show that the
error made by each model increases with the volume fraction. In addition, errors are always
induced for high contrasts.

When considering &, if € < 10% was defined as an acceptable threshold, only Lielens and
SCS scheme for a volume fraction of 10% would meet the criteria for the whole ranges of
specified contrasts. For a volume fraction of 20%, only Lielens meet the accuracy criteria.
It is seen that Lielens leads to the lowest value of e for all studied volume fractions. Thus,
for predicting k, Lielens model is the most accurate model provided that the spheres are
completely stiffer than the matrix.

As for , and for € < 10%, all models meet the criteria when the volume fraction is
10%. This is not the case for a volume fraction of 20% where only SCS satisfies the accuracy
criteria. In addition, it is shown that SCS leads to the lowest value of € for volume fractions
of 10% and 20%, while GSCS leads to the lowest ¢ for volume fractions of 30%, 40% and
50%.

This shows that no analytical homogenization model stands out of the others as being

more accurate over the whole range of volume fractions and contrasts investigated.

4.7.4 Computations of validity domains for specific models

It is of considerable interest to identify the range of contrasts and volume fractions for

which a given analytical homogenization model delivers predictions where € is below a pre-
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scribed threshold. For example, when k; = uy = 1, Figure 4.13| shows the range of ko and us
for which € < 0.1, for both x and g and for different volume fractions. It should be noted that
for this very specific case, € < 0.1 for volume fractions of 10% and 20%, for the whole range
of contrasts studied. For higher volume fractions, Figure [4.13| shows that the area covered
by the range of validity decreases as the volume fraction increases.

Similarly, Figure [£.14] compares the range of validity of MT and TOA models for € < 0.1,
for a volume fraction of 50% and for k; = uy = 1. It can be seen that TOA outperforms MT
in this specific case.

These simple analyses exemplify the usefulness of generating an important database of
artificial composites. Similar comparisons could be generated for identifying the most suitable

model under specific conditions.

4.8 Conclusion

The contributions of this study are as follows:

® A fully automated numerical tool that can generate random microstructures consti-
tuted of randomly distributed spheres into a matrix and compute their mechanical

effective properties.

® Computation of the effective properties for 320 different spherical particles reinforced

composites over a broad range of contrasts and volume fractions.

® A rigorous validation of several analytical homogenization models for the case of

spherical particles reinforced composites.

The interpolation algorithm is computationally-efficient and combining it with an ex-
panding database will most likely lead to more accurate predictions than any other existing
analytical homogenization model. In due course, this database could be an alternative to
homogenization models for specific microstructures.

Generating the 320 data points presented in this paper required approximately 6 months
of computations on an average of 3 multi-core computers. Indeed, around 16,800 different
simulations were performed for accurately computing the 320 effective properties (taking into
account all the convergence analysis performed). The authors seek collaborations with other
researchers in order to expand their database. Ongoing works are dealing with the case of
random ellipsoids. Other microsctructures could also be studied.

If many teams worldwide unite their efforts in a concerted manner, effective properties for
a wide range of composites will be computed, once and for all. Such an intensive verification
of analytical homogenization models could provide the required confidence levels for their

widespread integration in high technology industry.
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Algorithm 4.1 Main Program

1: Define a cube of side L oriented along x;—x9—x3 axes. Set a corner as origin.
2: Define a number of spheres, noted by N and a desired volume fraction, noted by V7.
3: for each sphere ¢ do

4: Assign a random position vector 7.

5: Assign a random velocity vector v).

6: Assign a radius R? = 0 and radius growth rate a; = 0.1.

7: end for

8: Initialize time t° = 0 and actual volume fraction V° = 0.

9: while V" < V/ do
10: Compute t, using Algorithm 4.2

11: Compute t, using Algorithm 4.3
12: Compute At™ = min(t,, ts).

13: Move all spheres to time "™ = " + A",

14: for each particle ¢ do

15: Update the position: r'T = 2 + P At™,

16: Update the radius: R = R + a;At™.

17: end for

18: if At" =t. then

19: Update the velocities of the concerned particles using Algorithm [4.4]
20: else if At" =t, then
21: Create periodic image(s) of the concerned particle using Algorithm [4.5]
22: end if N
23: Compute the new volume fraction: V" = 2 21 am(RIT3,

24: end while

25: Perform a scaling by reducing the spheres radii in order to reach V"1 = Y/,
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Algorithm 4.2 Detection of binary collisions

1: for each pair of particles i and j (including periodic images) do
2 Compute Ar™ and Av" using Eqs. (4.2).

3 Compute «, 8 and 7 using Eqgs. (4.4).

4: if (3<0ora<0)and $*—ay >0 then

5 rij=a [ = 8- /B —a],

6 else if (>0 and o > 0) or * — ay < 0 then

7 No collision.

8: end if

9: end for

10: Select the minimum time ¢, = min(7;).

Algorithm 4.3 Detection of collisions with the cube cell faces

1: for each particle 7 do

2 fork=1—k=6do

3: if particle i does not intersect the k" face of the cube then
4: Compute 7, using Eqs. (4.5)).

5: end if

6 end for

7 Keep only positive times.

8: end for

9: Select the minimum time ¢, = min(7;y).
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Algorithm 4.4 Post-collision particles velocities update

Assume that ¢ and j are the spheres that collided.

Compute unit vector: u = (ri't — r?“) / |lritt — T?HH.

7

Decompose the velocity of each particle into two components: (Ilv) and (*v).

v? = (v} - u)u and ~v! = V7 — v

where z = {i, j}.

Compute the new velocity for each particle:

o = [lo? + (a; + aj)u] + ol

I = [l — (a; + aj)u] + Lo

if particle ¢ has P periodic images (P # 0) then

forp=1—p=Pdo

7}+1 n+1
7

P —
v = vl

end for

: end if
. if particle j has @ periodic images (Q) # 0) then

forg=1—-¢9g=0Q do
n+l _ _.n+1l
end for

end if

v

Algorithm 4.5 Creation of periodic particles following their collision with the cubic cell faces

10:
11:
12:
13:

if m =1 then
P=1.

else if m = 2 then
P =3.

else if m = 3 then
P=T1.

end if

Create P periodic images of sphere 1.

forp=1—p=Pdo
ppitl = it 4 R
Pyttt = it

end for

: Suppose that particle 7 collided with m faces.
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—_ =
= O

12:
13:
14:
15:
16:

17:

18:
19:

Algorithm 4.6 Computing the effective properties using FFT

Initialize the strain field €°(xz4) = v, Yoy € V, where 1 denotes the average tensor of
the periodic strain field to be imposed.
Compute k° = —/k1kz and p° = — /i1 fia.
Compute C° using % and z°.
Compute G° using Eq. (4.6).
Let C(x4) be the stiffness tensor of a given voxel.
Initialize €. = 1 and €qomp = 1.
while max(€.q, €comp) > 1071 do
if €comp < 107* then

o"(xy) = C(zy) : €™(xyq).

o" = FFT(o").

Compute €, = [|6™(0)||7'y/< [|€;- 6™ (€,)]|> > where < - > represents an

average over all voxels.
end if
T"(x4) = (C(ma) + C°) : €"(2q).
" =FFT(T").
Eromp(€a) = GO(&q) 1 T"(€4), V€, # 0 and €7,,,,,(0) = .
€y = FFT H(Elp)-

Compute €eomp = |!¢H‘1\/< €™ (®a) — Elomp(Ta) > >.
e (xy) = €"(x4) — 2(Clag) — C°) ™' : C: (e, (@4) — €™(x4)).

comp

end while
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Figure 4.6 Comparison between the mechanical properties predicted with the numerical tool
(NT) and those predicted by analytical models: Mori-Tanaka (MT), self-consistent scheme
(SCS), general self-consistent scheme (GSCS), Lielens and third order approximation (TOA).
The volume fraction of inclusions is 10%. p; = k1 = 1. (a) Normalized bulk modulus. (b)
Normalized shear modulus.
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Figure 4.7 Comparison between the mechanical properties predicted with the numerical tool
(NT) and those predicted by analytical models: Mori-Tanaka (MT), self-consistent scheme
(SCS), general self-consistent scheme (GSCS), Lielens and third order approximation (TOA).
The volume fraction of inclusions is 30%. w1 = k1 = 1. (a) Normalized bulk modulus. (b)
Normalized shear modulus.
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Figure 4.8 Comparison between the mechanical properties predicted with the numerical tool
(NT) and those predicted by analytical models: Mori-Tanaka (MT), self-consistent scheme
(SCS), general self-consistent scheme (GSCS), Lielens and third order approximation (TOA).
The volume fraction of inclusions is 50%. w1 = k1 = 1. (a) Normalized bulk modulus. (b)
Normalized shear modulus.
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Figure 4.9 Comparison between the mechanical properties predicted with the numerical tool
(NT) and those predicted by analytical models: Mori-Tanaka (MT), self-consistent scheme
(SCS), general self-consistent scheme (GSCS) and third order approximation (TOA). The
volume fraction of inclusions is 10%. g3 = ke = 1. (a) Normalized bulk modulus. (b)
Normalized shear modulus.
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Figure 4.10 Comparison between the mechanical properties predicted with the numerical tool
(NT) and those predicted by analytical models: Mori-Tanaka (MT), self-consistent scheme
(SCS), general self-consistent scheme (GSCS) and third order approximation (TOA). The

volume fraction of inclusions is 10%. pu; = ko = 1 and py = 10.

modulus. (b) Normalized shear modulus.

(a) Normalized bulk
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Figure 4.11 Comparison between the mechanical properties predicted with the numerical tool
(NT) and those predicted by analytical models: Mori-Tanaka (MT), self-consistent scheme
(SCS), general self-consistent scheme (GSCS) and third order approximation (TOA). The
volume fraction of inclusions is 30%. p; = kg = 1. (a) Normalized bulk modulus. (b)

Normalized shear modulus.
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Figure 4.12 Comparison between the mechanical properties predicted with the numerical tool
(N.T) and those predicted by analytical models: Mori-Tanaka (MT), self-consistent scheme
(SCS), general self-consistent scheme (GSCS) and third order approximation (TOA). The
volume fraction of inclusions is 50%. p; = kg = 1. (a) Normalized bulk modulus. (b)
Normalized shear modulus.



63

10° -y A o 5
L} o :
2 g
10' '-. A ]
g | B
3 A
l._. A
10tk " A, 4
'l.__l. ]
e 30% om T
A 40%
| s
10 N | | M
10° 10" 10° 10°
K2
(a)
10° : :
[
.
"‘..._‘..
‘.‘._."‘
10°F ., ]
J 0 e 0. o . 0. .
A,
A
g A a A ,
¥ g i AA A A A A
10t i TR
@ 30%
A 0%
oM 50%

1000 ‘ - - 3
10 10 10 10
K2
(b)

Figure 4.13 Mori-Tanaka (MT) range of validity for e < 10% and for k; = 3 = 1. The arrow
indicates the validity domain. (a) Validity range on the effective bulk modulus. (b) Validity
range on the effective shear modulus.
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Figure 4.14 Range of validity of Mori-Tanaka (MT) and third order approximation (TOA)
for € < 10%, for a volume fraction of 50% and for k; = u; = 1. The arrow indicates the
validity domain. (a) Validity range on the effective bulk modulus. (b) Validity range on the
effective shear modulus.
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CHAPTER 5

ARTICLE 2: RANDOM GENERATION OF PERIODIC HARD ELLIPSOIDS
BASED ON MOLECULAR DYNAMICS: A
COMPUTATIONALLY-EFFICIENT ALGORITHM

E. Ghossein and M. Lévesque (2013). Journal of Computational Physics, 253, pp. 471-490.

5.1 Abstract

This paper presents a computationally-efficient algorithm for generating random periodic
packings of hard ellipsoids. The algorithm is based on molecular dynamics where the ellipsoids
are set in translational and rotational motion and their volumes gradually increase. Binary
collision times are computed by simply finding the roots of a nonlinear function. In addition,
an original and efficient method to compute the collision time between an ellipsoid and a
cube face is proposed. The algorithm can generate all types of ellipsoids (prolate, oblate and
scalene) with very high aspect ratios (i.e., > 10). It is the first time that such packings are
reported in the literature. Orientations tensors were computed for the generated packings
and it has been shown that ellipsoids had a uniform distribution of orientations. Moreover,
it seems that for low aspect ratios (i.e., < 10), the volume fraction is the most influential
parameter on the algorithm CPU time. For higher aspect ratios, the influence of the latter
becomes as important as the volume fraction. All necessary pseudo-codes are given so that

the reader can easily implement the algorithm.

5.2 Introduction

Random packings are found in several physics and engineering fields. Several studies relied
on random packings to simulate the behavior of molecular fluids (Gray et al., 1984} Kolafal
and Nezbeda, 1987)). They are also widely used in numerical homogenization of random
media (Torquato|, 2002; |Ghossein and Levesque, [2012)) where periodic boundary conditions are
usually imposed since they lead to smaller Representative Volume Elements (RVEs) (Kanit
et all 2003)). When the effective properties are computed from the finite element technique,
the imposition of periodic boundary conditions requires the unit cell to be periodic. In this
case, the random packings must also be periodic.

Several types of random packings were studied in the literature : hard spherical particles

(Ghossein and Levesque, |2012; |Segurado and Llorca, [2002; Barello and Lévesque, 2008)), cylin-
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ders (lorga et al., 2008; Redenbach and Vecchio, 2011)), ellipsoids (Man et al., 2005; Bezrukov
and Stoyan), 2006; Buchalter and Bradley, 2007)), spherocylinders (Allen et al.,|1989; Williams
and Philipse, 2003; Zhao et al., 2012), etc. Following the work of |[Lubachevsky and Stillinger
(1990), algorithms based on molecular dynamics (MD) have become increasingly popular
due to their computational efficiency with respect to algorithms where the particles are gen-
erated sequentially (Rintoul and Torquato|, [1997). Algorithms that generate random pack-
ings of spherical particles are now well established (Lubachevsky et al., [1991; [Lubachevsky),
1991). They rely on simple equations and, in most cases, analytical solutions exist. This is
not the case for non-spherical models where numerical methods are usually needed. Donev
et al.| (2005a) proposed an efficient algorithm that relies on the near-neighbor list (NNL)
method to improve the binary collisions computation time. This algorithm was tested for
generating random packings that contain ellipses and ellipsoids (Donev et al., [2005b)). How-
ever, the technique used to determine the collision time between two ellipsoids may not be
computationally-efficient. Indeed, the collision time between two moving ellipsoids is the first
non-zero time value for which the maximum of a certain function is equal to zero. Since the
maximum of this function is computed numerically, the problem could be computationally
expensive. In addition, the authors considered periodic packings but without detailing the
method for computing the collision between an ellipsoid and a cell face.

The aim of this paper is to present a fully detailed computationally-efficient algorithm for
generating random periodic packings of hard ellipsoids. Special emphasis is put on obtaining
a computationally efficient algorithm that can deal with general ellipsoids.

The paper is structured as follows: Section reviews the different techniques for gen-
erating random packings. Section presents some preliminaries on the mathematical rep-
resentation of an ellipsoid oriented in space. The random generation algorithm is detailed
in Section [5.5] Section describes the method for evaluating the orientations dispersion
of random ellipsoids. The performance of the algorithm is discussed in Section [5.7 Several
examples of random packings are also presented.

The following convention has been adopted, unless specified otherwise: scalars are denoted
by lower case letters (i.e. a, «); column vectors and matrices are respectively denoted by
boldfaced lower case letters (i.e. a, @) and boldfaced upper case Latin letters (i.e. A). “x”

denotes a vector product.

5.3 Background

5.3.1 Existing algorithms for generating random packings

The Random Sequential Adsorption (RSA) algorithm (Rintoul and Torquato, 1997) is
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certainly the most widely used algorithm for generating random packings. At the beginning
of the computation, the position of a particle is randomly selected. Then, the position of
another particle is drawn and the contact is checked between both particles. If there is
interference, the position of the second particle is drawn again until there is no contact with
the first. The process is repeated until the desired number of particles and volume fraction
are reached. Several authors (Segurado and Llorca, 2002; Barello and Lévesque, [2008; |Kari
et al., 2007b)) have used this algorithm and have struggled to reach high volume fractions.
In its simplest form, this algorithm can generate volume fractions of approximately 30% for
identical spherical particles.

An improved version of the RSA algorithm was proposed by [Segurado and Llorcal (2002)).
A unit cell having a volume fraction lower than the desired value is first generated with
the RSA algorithm. The cell is then compressed in several steps and the particles positions
and volumes are updated at each compression stage. However, this compression leads to
particles interpenetration. It is therefore necessary to check for particles overlapping at each
compression stage. If two particles touch, one of them is displaced along a random vector.
If the particles are still in interference, the particle is placed in its original position and
the process is repeated until the two inclusions no longer intersect. The simulation continues
until the target volume fraction is reached. This modification in the RSA algorithm allows for
denser packings than with the original version (around 50% for identical spherical particles).

Lubachevsky and Stillinger| (1990]) proposed an algorithm based on molecular dynamics.
This algorithm was originally applied to discs (2D) and spheres (3D) (Lubachevsky et all
1991). The main idea of the algorithm is as follows. All inclusions are randomly created in
the unit cell but have a null volume. Each inclusion has also a random velocity vector. The
particles are then set in motion and their volumes gradually increase. Two types of events are
checked at each iteration: binary collisions and collisions between particles and the cell faces.
When a binary collision occurs, the velocities of the two concerned particles are updated
according to the kinetic energy conservation principle. However, if a particle leaves the cell
through a face, it must appear from the opposite side to meet the periodicity conditions.
The simulation stops when the desired volume fraction is reached. This algorithm is more
efficient than the RSA and the modified RSA algorithm since it can generate very dense
packings in a low computation time. For example, a packing of 30 identical spheres with a
volume fraction of 62% can be generated in less than 10 seconds. It was also possible to reach
a volume fraction of 74% (Ghossein and Levesquel [2012)), which is close to the theoretical
maximum dense packing for spheres of identical size (= 74.05%). This type of algorithm
is called event-driven molecular dynamics (EDMD) where a sequence of discrete events are

predicted and processed. Other authors (Allen et al.,[1989)) have used a time-driven molecular
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dynamics (TDMD) approach where time is divided into small increments and, at each step
time, differential equations based on Newton’s law are integrated. TDMD algorithm is much
easier to implement than EDMD but is far less efficient, especially for high densities.

The works of Lubachevsky and Stillinger have been extended by Donev et al.| (2005a)) to
the case of non spherical particles within an EDMD framework. In most cases, the collision
time between inclusions is computed numerically. Since this step requires numerous compu-
tations, Donev et al. introduced the near-neighbor list (NNL) concept to avoid computing
unnecessary collisions. Each particle has a bounding neighborhood and collision between a
pair of particles is checked if their bounding neighborhoods overlap. This method is very
useful for very aspherical inclusions and speeds up considerably the algorithm. The latter
was applied to ellipses (2D) and ellipsoids (3D) (Donev et all, 2005b)). To calculate the colli-
sion time between two ellipsoids, the authors made use of the overlap potentials (Perram and
Wertheim), |1985; Perram et al.,|1996)). The collision time between two moving ellipsoids is the
first root of the overlap potential F'(¢) that represents the maximum of a certain parametric
function f(t, \), i.e., F(t) = tnax. f(t, A). Since the maximum of f(¢, \) cannot be computed
analytically, the problem takes the form of two optimization subproblems, which can make
the algorithm less computationally-efficient.

Wang et al|(2001) have developed an algebraic condition for defining the relative configu-
ration of two static ellipsoids (separate, tangent or overlapping). (Choi et al| (2003, 2009) have
used this condition to develop a continuous collision detection algorithm based on the Bézier
clipping technique. However, their algorithm is only applicable to ellipsoids moving under
rational motions (motions defined by rational function of time). Jia et al (2011) extended
their work for ellipsoids moving under arbitrary motions by using a symbolic approach. In
this method, the collision time between two ellipsoids is computed by finding the roots of a
function. This technique is discussed in Section [5.5.2]

5.3.2 Orientation tensor

Random packings of ellipsoids are characterized by an Orientation Distribution Function
that provides the probability of an inclusion to be oriented along a given vector. The nature
(e.g. isotropic, transversely isotropic) of an ODF can be characterized with orientation
tensors.

In a global coordinate system Oejeses, the orientation of each ellipsoid is defined by its
two Euler angles, 6 and ¢ (it is assumed that the ellipsoids have an axis of revolution). 6 is
the angle between es and the ellipsoid’s major axis, while ¢ is the angle between e; and the
projection of the ellipsoid’s major axis in the Oejes plane. All possible orientations can be
described when 0 < 0 < 7 and 0 < ¢ < 27.
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The second-order orientation tensor of a packing containing N ellipsoids is computed as
follows (Advani and Tucker, |1987) :

Top = (whwh,) (5.1a)
where . ‘ A

w] = sinf' cos¢@’

wh = sinf’sin ¢’ (5.1b)

wy = cosf'

and (-) denotes the unweighted average over the N ellipsoids. It should be noted that tr(T) =
1. In the case of isotropic packings, the orientation tensor is equal to %I, where I is the identity

matrix.

5.4 Representation of an ellipsoid

In this section, the mathematical representation of an ellipsoid is defined. The methodol-
ogy used to determine the configuration of an ellipsoid at time (¢ + At) from its configuration

at time ¢ is also presented.

5.4.1 Static ellipsoid

Let 7 be an ellipsoid oriented in space and defined in a global coordinate system Oe;eses.
Let vector 'rét) denote the position of the ellipsoid’s center O at time ¢. Let the local coordi-
nate system Oe’ie’5€e’3 be aligned along the principal axes of i. The equation of the ellipsoid

in its local coordinate system can be written as :

T )
' Alpx' =0 (5.2a)
where ) L )
<a§t)) o 0 0
; 0 (bi ) 0 0
"= ® L (5.2)
0 0 (dy) 0
0 0 0 -1

and a’@, bét) and cf 1) represent the length of the semi-principal axes. It should be noted that

x' = {x1, 75,73, w}" are the homogeneous coordinates of a point in space. It is the equivalent

-
of the point x’ = {ﬂ, 22 ﬂ} in Cartesian coordinates.
w w w
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The mathematical representation of ¢ in the global system is obtained with rotation
matrices. Normalized quaternions are used for this purpose instead of Euler angles because
they are more stable numerically (Eberly, [2002) . The orientation of ¢ at time ¢ can be
defined as a rotation of an angle Qét) around an axis oriented along a unit vector u’@. The

quaternion of ¢, consisting of a scalar ozl('t) and a vector 1,bft), is written as follows :

oS % : (sin %) u’(t)] (5.3)

Since Hul('t)H =1, Hq’@H = (al('t))Q + H?,bzt)”Q =1 (i.e. the quaternion ql('t) is normalized).

Quaternions have the property that if the ellipsoid undergoes a motion defined by the
quaternion q; = [al ,¢1] , followed by a movement defined by the quaternion g = [a2 ,¢2] ,

the total motion of the ellipsoid can be summarized in a single quaternion g2, such that :
G12 = (012, P12] = [041042 — 1 P2, iy + oy — Py X 1#2} (5.4)
The rotation matrix can be obtained from the quaternion as follows :
R, = |2(af)" - 1|1+ 200wty + 20(,S}, (5.50)
where I is the identity matrix and Sét) is given by :

0 —UBl Y2
Sp=| vyl 0 =iyl (5.5b)
R w0

where wét) k] refers to the k™ term of vector z,bét).
In homogeneous coordinates, the transition from Oe’i;e’ye’s to Oejeses is performed

directly by combining rotation and translation :
@ = M, z’ (5.6a)

where

- - (5.6b)
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Using Eqgs. (5.2a]) and (5.6a)), the ellipsoid equation in the global coordinate system becomes:

' Alyz =0 (5.7a)
where
i i Y avi i V7!
Ay = ( <t)) ® < (t)) (5.7b)

_T T
where (M’@) denotes the inverse of (M’('t)> )

5.4.2 Moving and growing ellipsoid

Let 7 be an ellipsoid whose configuration at a given time ¢ is determined by its posi-
tion vector rét), its quaternion qft) and the lengths of its semi-principle axes {aft), bl('t)., c’('t)}.
Moreover, i has linear and angular velocity vectors, denoted respectively by v* and w’. The
objective is to find the configuration of ellipsoid i at time (¢ + At), i.e. r%HAt), qéHA& and
{a’('t LAl bét LAn cét N At)}, while considering that i grows gradually over the time. The new

position of the ellipsoid’s center at that instant is given by :
erAt) = r’&t) +v' At (5.8)

The new lengths of the semi-principle axes are :

a%HAt) al('t) + al At
cl('HAt) = Cét) + ch At

where af, by and ¢ represent the semi-principle axes growth rates.
During the time interval At, the ellipsoid has rotated by an angle Q' = ||w]||At about an axis
oriented along the unit vector u' = w/||w||. The quaternion associated with this motion,

denoted by gn,, can be written as :

, , , WA WA w?
g, = [ohy Ph,] = lcos (W) | (sm <|| 2H t)) Hw"l!] (5.10)

Using Eq. (5.4)), the quaternion at time (¢ + At) becomes:

ql('tJrAt) = [O‘ét+At)v¢zt+At):| ( |
5.11

= [O‘(t)c“m — Yy Yar s Apy¥ar + Oay — Yy X 1/Jm]
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By knowing the position and the quaternion at time (¢ + At), it is possible to deduce the
rotation matrix Rét LAY and the transition matrix M (A1) from Eqs. (5.5]) and (5.6 - Finally,
the equation of the ellipsoid in the coordinate system Oe;eses at time (t + At) is given by:

o Al ap =0 (5.12a)

where . 1
ét+At) - <Mét+At)> /Z(t-i-At) (Mét-i—At)) (5.12b)

The matrix A(,, 5, is calculated with Eq. using the lengths of the semi-principal axes
at time (¢ + At) obtained with Eq.

The algorithm we implemented to define the state of an ellipsoid at time (¢ + At) from
its state at time ¢ is presented in Appendix (see Algorithm [5.2)).

5.5 Proposed new algorithm

5.5.1 Algorithm outline

At the beginning of the simulation, N ellipsoids are randomly created into a cube of
side L. The ellipsoids volumes are initially null. Each ellipsoid has a random linear and
angular velocity, as well as a random quaternion (i.e. orientation). The semi-principle axes
growth rates {ag, by, co} are chosen such that by = ag/R; and ¢y = ag/Ry, where R; and
Rs denotes respectively the two aspect ratios that are input in the algorithm. It was found,
after trials and errors, that ag = 0.1 led to good results. The elliptical particles are then put
in translational and rotational motion and their volumes gradually increase. At each step,
two types of collisions are checked and computed: binary collision between two ellipsoids and
collision between a particle and a cube face. If the first type of collision occurs, the linear and
angular velocities of the involved particles are updated. However, if an ellipsoid intersects a
cube face, its periodic image is created on the opposite side. The algorithm stops when the
volume fraction Vy is reached.

The principal steps of the algorithm are summarized in Algorithm
5.5.2 Collision times between ellipsoids

Overlap detection between two static ellipsoids

Let 7 and j be two ellipsoids at time ¢ with the respective equations wTAzt) x = 0 and

TAft) x = 0. Introduce the characteristic equation of 7 and j as :
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det()\AZ(t) + Agt)) = pl(t)>‘4 + pg(t))\?’ + pg(t))\2 + p4(t))\ + D5y = 0 (513)

Algorithm details the computation of coefficients py ) from matrices A%t) and A{ " (Choi
et all 2009).

Eq. is a 4'-order polynomial and has therefore four roots. Wang et al| (2001)
showed that two of the roots are always real and negative. In addition, the authors have
established a relationship between the nature of the other two roots and the configuration of

the two ellipsoids. They have shown that :

i) 4 and j are separate if Eq. (5.13)) admits two negative and two positive roots.

ii) ¢ and j are externally tangent if Eq. (5.13]) admits two negative roots and a double

positive root.

iii) 4 and j overlap in all other cases.

Therefore, the next collision time between two moving ellipsoids is the first moment
where condition ii) is met. The problem takes the form of an eigenvalue optimization and
can be relatively challenging to solve. It would be more efficient to determine the relationship
between the coefficients p, which ensures the presence of a positive double root.

Jia et al| (2011) have identified a relationship between the coefficients py. ) and the ellip-
soids configuration (separate, externally tangent or overlap). The technique is based on the
Sylvester-Habicht matrix of the characteristic equation and its first derivative (Basu et all
2006). Five coefficients {0y, 2y, 131)» Na(e)» M5y} are computed from the coefficients py
(see Algorithm . The configuration of ellipsoids ¢ and j at time t is then determined
according to the value of 7). All possible combinations of 7 are summarized in Table
5.1| (see (Jia et all 2011) for more details).

Table 5.1 Relation between the coefficients 7,y and the ellipsoids configuration at time ¢.

Cases M () M2(t) M3(1) yno M5(t) Ellipsoids configuration
1 =0 >0 >0 >0 separate
2 >0 >0 >0 separate
3 =0 >0 <0 >0 externally tangent
4 = = <0 >0 externally tangent
D For all other cases overlap
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Computing the first collision time between two moving ellipsoids

Table shows that 71 = 0 when two ellipsoids are externally tangent. Algorithm
details the implementation of function 7, that provides the value of coefficient 7, for
any value of A¢. Once the function 7y, Ay is implemented, the procedure to compute the
first collision time is as follows. First, all the roots of 71, A are computed numerically. This
can be done with the algorithm of (Brent} 2002) which combines the bisection method, the
secant method and the inverse quadratic interpolation. Then, all computed values of At are
sorted in ascending order and the collision time ¢. is the smallest At value that satisfies case
3 or 4 in Table 5.1l

This technique is very efficient since computing the roots of function 74 is usually

very fast, and in most cases, there are only two.

Contact point between the two ellipsoids

Once t. is computed, it is possible to find the four roots of the characteristic equation
det(/\AZ('Htc) —|—A€t+tc)

Among these four roots, there is a positive double root denoted by Ag. The homogeneous

, -1
) = 0, corresponding to the eigenvalues of the matrix (Azt +tc)> A{ tte)"

coordinates of the point of contact x. are the solution of the following equation (Choi et al.,
2009) :
<)\0 e — A{Htc))mc ~0 (5.14)

J

' -1
where x. corresponds to the eigenvector of the matrix (Azt +tc)> A(t it

) associated with the

eigenvalue \g.

Improving the computation time of binary collisions

At each iteration, all binary collision times are saved. During an iteration, the collision
time between two ellipsoids is calculated only if the velocities of at least one ellipsoid have
changed since the last iteration or if one ellipsoid is a new periodic image that was created
in the previous iteration. Indeed, if the velocities of a pair of ellipsoids has not changed,
the collision time between this pair can be derived from the collision time obtained at the
previous iteration. It suffices to subtract from the latter the time spent between the last two
iterations.

Furthermore, the algorithm for finding the next binary collisions can be improved if it
is possible to avoid computing collisions that are unlikely to occur. First, the concept of
bounding spheres is introduced. Two ellipsoids cannot collide if their respective bounding

spheres will never overlap. At time ¢, the bounding sphere of ellipsoid i, denoted by B.S;,
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has the same position rét) and the same linear velocity v* as the latter. The radius and
the radius growth rate of B.S; are respectively given by th) = max (aét), b’tt), cét)) and R =

max (aj, by, ¢j). Two bounding spheres BS; and BS; are in contact if :

Ty — rgt) < Rét) + Rgt) (5.15)

If Eq. (5.15)) is satisfied, the collision time between the two bounding spheres, denoted
by t25. is set to 0. Otherwise, the collision time between BS; and BS; is given by (Ghossein
and Levesque, [2012)) :

'yfl[_vz—\/ﬁ—vﬂ?’} it (12<0 or 11 <0) and 75 =77 = 0

589 = (5.16a)
No collision if (12>0 and v, >0) or 72 —yy3 < 0
where
( . 112 ) N 2
o= vt = — (Ré - Ré)
Yo = (rzt) - rzt)> (fv’ — 'v]> — ( w + th)> (Rf) + Rf)) (5.16b)
2 N2
_ |y j i j
S R —< Ol R(t))

Collision between ellipsoids ¢ and j is computed only if BS; and BSS; overlap or will collide
after a certain time. The main advantage of using the bounding spheres method is that the
collision between two spheres is computed analytically unlike ellipsoids where the collision
time is obtained numerically. In addition, the algorithm stores the minimum collision time
(tmin) obtained whenever a pair of ellipsoids has been checked. Therefore, the computation
of collisions between ellipsoids 7 and j is performed if the collision time between BS; and
BS; is lower than the minimum time stored, i.e. tfs < tmin-

The algorithm uses also the near-neighbor list (NNL) concept introduced by [Donev et al.
(2005a)). The neighborhood of an ellipsoid i, denoted by N;, is also an ellipsoid which is
concentric with ¢ and has the same parameters as the latter. The only difference lies in the
length of the semi-principle axes of N; which are equal to { uaét), /Lbl('t), uc’@}, where p is a
scale factor. The value of p was set to 1.2 in the algorithm. It is possible to reduce the value of
i during the course of the simulation such that 4 — 1 near the jamming point. The collision
between a pair of ellipsoids ¢ and j is checked only if their respective neighborhood N; and
N; overlap or are externally tangent. This reduces considerably the number of collisions to
compute. Overlap between INV; and N; at time ¢ is checked analytically by computing their
five coefficients 7 (t) using Algorithm and by deducing their configuration with Table .

Algorithm details the next binary collision time computation while considering the
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bounding spheres and the NNL concepts. The algorithm provides also the coordinates of the
contact point x..

5.5.3 Collision time between ellipsoids and the cube faces

Intersection between a stationary ellipsoid and a cube face

Let i be an ellipsoid at time ¢ defined by the equation mTA’('t) x = 0. A’tt) can be written

as :
.| By 24
t) = T (5.17)
29(t) (t)
where Bl('t) is a 3 x 3 matrix and dét) is a 3 x 1 vector. The ellipsoid equation becomes :

i i T i

where « denotes Cartesian coordinates. It should be noted that Bl('t) is symmetric and positive
definite since Eq is the equation of an ellipsoid.

Computation of the intersection equation between i and a cube face z, = 8 (k € {1, 2,3}
and § € {0, L}) can be accomplished through a change of variables from 3D coordinates (x)

to 2D coordinates («*). The transformation can be written as follows :

x=Pxz"+p (5.19a)
where
( xr — {$1,$2,$3}T
= {z,arn}"
I,me{1,2,3} ; l<m ; l#k#m (5.19b)
- [elaem]
p = [ey

\

For example, if the cube face equation is x; = L, Eq. (5.19a)) becomes :

L
{552} +{0 (5.20)
T3 0

Combination of Egs. (5.18)) and (5.19a)) yields the portion of i that intersect the cube’s

face and leads to :

il 0 0
i) =11 0
0 1

xs3
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* * S * i*T * 7 %

where
ix _ pTRi
ik T Ri T g0
dy = 2P B{,p+P d, (5.21b)
ix _ TR i T i
Fyy = p Byp+dyp+ I,

The intersection of an ellipsoid with a plane is an ellipse, a point or the empty set. To
determine the nature of the intersection, it is necessary to identify the number of solutions
that satisfy Eq. (5.21al). Since th*) is positive definite, g (a*) is a quadratic convex function
which has a global minimum. The minimum of the function, denoted by x
setting Vg [g(t)(m*)] = 0 and leads to :

*
min?

is derived by

* 1 7% -1 7 %
mmin:_§< (t)> d (5.22)

The minimum value of g¢)(x*), denoted by gzrt), is therefore given by :

T * 1 ikl % -1 7 % 7 %
9t :g(t)(wmin> = _Z () (B(t)) d(t)“‘ (t) (5.23)

The intersection type depends on the value of ggt) :

i) If g(Tt) < 0, guy(x*) crosses zero at various points. Therefore Eq. (5.21a)) has several

solutions and the intersection is an ellipse.

i) If gzrt) =0, g (x*) crosses zero at a single point. Therefore Eq. ((5.21a)) has a unique

solution and the intersection is a point.

i) If ggt) > 0, g (x*) does not cross zero. Therefore Eq. (5.21a]) has no solution and

the intersection is the empty set.

First collision time between an ellipsoid and a cube face

The collision time between an ellipsoid ¢ and a cube face can be computed by determin-

T T
(t+ts) (t+At

Algorithm . The roots of ggt +Ap are then computed using the Brent algorithm and the

smallest At value corresponds to the next collision time.

ing the first value ¢, such that g = 0. First, the function ¢ ) 1s implemented (see

Improvement of the next collision time computation efficiency

As in the case of binary collisions, the collision time between an ellipsoid and a cube face
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is computed only if the velocities of the ellipsoid have changed since the previous iteration. It
is also possible to improve the performance of the algorithm by using the concept of bounding
spheres. An ellipsoid ¢ cannot collide with a cube face if its bounding sphere BS; will never
touch this face. At time t, B.S; is in contact with the cube face x, = 5 if :

riglk] = Ry < B if =0
. . (5.24)
riglkl + Ry > B if B=L

If Eq. (5.24) is satisfied, the collision time between BS; and the cube face x, = 3, denoted
by ¢85 is set to 0. Otherwise, t25 is given by (Ghossein and Levesque, 2012) :

. (Rl —rig] il - &) it B=0 .

[6 — Fjy =7y [k’]} [%) [k] + Rg} i g=1

Given that the algorithm stores the minimum time (¢,,;,) obtained whenever a collision be-
tween an ellipsoid and a cube face has been processed, the collision between an ellipsoid ¢
and a cube face z, = 3 is computed only if t55 < ¢ ;.

Algorithm details the computation of the next collision time between an ellipsoid and

a cube face while considering the bounding sphere concept.

5.5.4 Updating linear and angular velocities after impact

Let 7 and j be two ellipsoids that collide at time ¢ = t.. The linear (v'~ and v/ ™) and
angular (w'~ and w’ ~) velocities before collision are known. The objective is to determine
the linear and angular velocities after impact, i.e. v'", v/, w'* and w?/ . A system of 12
equations should be defined in order to find these 12 unknowns. Friction is assumed negligible
at the contact surface.
First, the unit normal vector n at the contact point x. is computed. n is defined as going
from 7 to j (see Figure and is given by :
o V(z'A, z) _ 2Bz £ d, (5.26)
|V(=TAj )| ||2Bie. +diy

where BZ('t) and dét) are computed from Eq. (5.17)).
Two other unit vectors t; and t, are defined such that ¢, t3 and n form an orthonormal

basis in R?®. The kinematics theory used to model the impact is based on the linear and
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Figure 5.1 Two colliding ellipsoids at time t. — 6t. n is defined as going from 7 to j. Vector
t> (not shown) is perpendicular to m and ¢; such that ¢; x t2 = n.

angular momentum conservation and is detailed below.

Ellipsoid mass and moment of inertia

Assuming a unit density, the mass and the moment of inertia of an ellipsoid i are given

by :
4

My = gﬁaét)bét)cét) (5.27a)
o\ 2 N2
4 (bzt)) + (Cl(t)> 0 0
=" 0 (i) + (<) 0 (5.27h)

N2 N2
0 0 (ai) "+ (b))
The moment of inertia given by Eq. ([5.27b)) is expressed in the ellipsoids local coordinate

system. The rotation matrix Rét) can be used to calculate the moment of inertia expression

in the global coordinate system as :
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4 i e \T
H,) =Ry /<t><R<t>) (5.28)

Governing equations

For each ellipsoid, the linear momentum along t; and %5 is conserved during the impact.

This allows to write the following four equations :

T T T T T_T - y

mipv' "ty =mpv' T r={i,j} (5.29a)
roor+l r =1 ..

mpv' Tty =mpv' T ta v ={i,j} (5.29b)

In addition, the total linear momentum along m is conserved :

m@'v' n+ m{t)vj = mét)'vi T+ m{t)vj n (5.30)

Furthermore, the angular momentum about the contact point @, is conserved during the

impact for each ellipsoid. It is then possible to define six new equations :
Hiyw"™ +my, [(7'7(;) — &) X UH} =Hyw"™ +mg, [(7’1(;) — ) X Ur_} r={i,j} (5.31)

The last equation is obtained by applying the coefficient of restitution along n while consid-

ering the effect of the ellipsoids growth rate. This equation can be written as :
ot = —e(v° —Tn) — Q[max (a, by, c§) + max (ag, b, Cé)} (5.32a)

where e = 1 for a perfect elastic collision. v~ and v°* denote the closing velocities of the

contact point of ¢ with respect to that of j, before and after collision respectively :

v = v ] =)
| (5.32D)
o = ot ] - [ 5 )

Egs. (5.29)), (5.30), (5.31) and (5.32) form a system of 12 linear equations that can be

easily solved to obtain v**, v/, W't and w’ ™.

Algorithm summarizes the steps needed to compute the velocities after collision.

5.5.5 Post-collision with the cube faces: creation of periodic ellipsoids

When an ellipsoid intersects with a cube face, its periodic image must appear on the

opposite side. The number of periodic images varies depending on the number of faces that
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intersect ellipsoid i. Each periodic image of ¢ has the same quaternion and the same linear
and angular velocities as i. The offset between ¢ and one of its periodic particles is given by
the vector Bey, where 5 € {L,—L} and k € {1,2,3}, depending on which face the periodic
particle appears.

Algorithm describes the creation of periodic particles when an ellipsoid is in contact

with one or more cube faces.

5.6 Orientations distributions of the generated packings

Orientation tensors were computed using Eqs (5.1)) to verify the orientations distributions
in the generated packings. # and ¢ were obtained from the quaternions. If an ellipsoid 7 has

the quaternion g’ = [a', %], its angles 6° and ¢’ are given by:

b = g ~sin? (2 (a'yi[2] — wiuw[za])) (5.33a)
¢ = tan2"! (2(ai¢i[3] + U 2]) 1 - 2(0 2 + W’[s]z)) (5.33b)

Define the ratio p™ = AL /A%, where Apax and Ay, denotes respectively the maximum
and minimum eigenvalue of the orientation tensor and n a given realization of a random
packing. Let p be the average value of the p". In the sequel, an ensemble of packings was

considered isotropic when p ~ 1 since p" > 1.

5.7 Results and discussion

5.7.1 Examples of ellipsoids packings

Figures 5.2} [5.3] and show several examples of periodic packings generated with
the algorithm presented in this paper. Figure [5.2a] shows a packing containing 100 prolate
ellipsoids (R; = Ry = 3) with a volume fraction of 40%. Prolate ellipsoids are also shown in
Figure , but where the aspect ratios are much higher (R; = Ry = 40) and Vy = 10%.
Figure presents two examples of oblate ellipsoids. Figure shows a packing containing
100 ellipsoids occupying 40% of the space and with aspect ratios R; = 3 and Ry = 1 while
Figure [5.3b|illustrates a packing containing 50 ellipsoids particles with aspect ratios Ry = 20
and Ry = 1 and a volume fraction of 15%. The algorithm can also generate ellipsoids that
do not have an axis of revolution (asymmetric or scalene ellipsoids) as shown in Figure .
Figure shows 100 scalene ellipsoids with a volume fraction of 30% and aspect ratios of
Ry =2 and R, = 5. Figure shows a packing containing 1000 asymmetric ellipsoids at

a volume fraction of 20% where Ry = 4 and Ry, = 0.5. Finally, it is possible to generate
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ellipsoids particles with random aspect ratios. Figure |5.5a shows 50 polydisperse ellipsoids
with a volume fraction of 30% and where R; and R, range from 1 to 5. Figure illustrates
a packing of 125 ellipsoids occupying 20% of the space and where 0.1 < Ry, Ry < 2.

5.7.2 Orientations dispersion in the generated packings

The distribution of the packings were characterized with the orientation tensors. Two
cases were considered. In the first, the ellipsoids had aspect ratios Ry = 2 and Ry = 2 and
the volume fraction was set to 30%. In the second case, the ellipsoids occupied 10% of the
space and had higher aspect ratios : R; = 10 and Ry = 10. For each case, six ellipsoids
numbers N were studied, namely {10, 25, 50, 100, 200, 500}.

Figure 5.6| shows the evolution of the ratio p as a function of N and 10 realizations.
For both cases, it can be seen that p — 1 when N is large enough. In addition, the 95%
confidence intervals are tighter as N increases. This shows that the packings generated by
the algorithm are totally random and the ellipsoids orientations dispersion is uniform, even
for higher aspect ratios. This will remain true even if R;, R, > 10. Indeed, when the aspect
ratios are high, it is necessary to generate smaller particles to obtain a uniform orientations

distribution, and therefore, a greater number of particles for a fixed volume fraction.

5.7.3 Algorithm performance

Table[5.2| gives the maximum volume fraction reached as a function of aspect ratios R; and
R, for prolate and oblate ellipsoids. During a simulation, it is considered that the maximum

volume fraction is reached when the increase in the latter, after 50 successive iterations, is less

Table 5.2 Maximum volume fraction reached as a function of aspect ratios Ry and R,. For
each case, the minimum number of ellipsoids necessary to obtain a uniform distribution of
orientations is given. Approximative CPU times (averaged over 10 runs) are also indicated.

R, Prolate ellipsoids (Ry = Ry) Oblate ellipsoids (Ry = 1)
Vy N tapu (8) V¢ N topy (8)

2 60% 30 04.3 60% 30 92.7
> 55% 45 69.9 55% 45 65.2
10 30% 90 48.6 30% 60 39.3
20 20% 175 112.5 20% 75 47.8
30 10% 175 104.9 10% 90 93.7
40 10% 310 181.3 10% 100 92.8
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than 0.1%. It is obvious that the maximum volume fraction reached decreases when the aspect
ratios increase. In addition, the volume fractions limit values are identical for both prolate
and oblate ellipsoids. When Ry, Ry < 10, results are similar to those reported by |Donev et al.
(2005b). However, the authors did not present any results for which Ry, Ry > 10. This is the
first time that such results are reported in the literature.

Table also provides, for each packing, the minimum number of particles required to
obtain a uniform distribution of orientations. These values have been determined by varying
the number of particles and by computing, for each number, the ratio p" for each of the 10
random realizations. The number of particle N was considered sufficient when p was close to
1 (see Sections|5.6l and for more details). An average CPU time (tcpy) is also given for
each combination of aspect ratios and volume fraction.

Donev et al.| (2005b)) reported that the binary collision computation took about 2 ms using
Fortran 95 on a 1666 MHz Athlon running Linux. The proposed algorithm uses about 0.07
ms per ellipsoid binary collision using MATLAB 2011a on an Intel i7 Quad Core, 1.60 GHz,
8 GB RAM. The time saving between the two algorithm is much more important than the
improvement in terms of processor. This is due to the fact that in the proposed algorithm, the
collision time is obtained by finding the zero of a function while in that proposed by Donev
et al, the collision time is obtained by solving two optimization subproblems. Finally, the
proposed algorithm takes about 0.02 ms to compute the collision time between an ellipsoid
and a cube face.

To better evaluate the influence of various parameters on the algorithm computation time,
Figures 5.7, 5.8 and show the variation of CPU time (averaged over 10 runs) with the
number of particles, the volume fraction and the aspect ratio. Results are only presented for
prolate ellipsoids since similar results were obtained for oblate ellipsoids. Figure shows
topu as a function of the number of ellipsoids, for different combinations of volume fractions
and aspect ratios. It seems that tcpy varies linearly (on a log-log scale) with N, for N > 100.
The average slope for the five different combinations is 1.5. Thus, tcpy o< N1, Figure
shows tcpy as a function of the volume fraction, for a fixed aspect ratio (R = Ry = 2). A
trend similar to that shown in Figure is observed, whatever the number of particles N.
However, the average slope is approximately 2.6, which means that tcpy o sz‘ﬁ. Therefore,
tcpu seems to be more sensitive to the volume fraction than to the number of particles (for
the studied ranges). On the other hand, Figure shows that when R; < 10, tcpy o< R 5.
However, for high aspect ratios (i.e., Ry > 10), tcpy R;%8. One could conclude that the
aspect ratio has a negligible effect on the CPU time when its value is low (i.e. < 10). This
parameter becomes as dominant as the volume fraction when its value is quite high (i.e.,

> 10).
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5.8 Conclusion

The main contribution of this paper is a detailed computationally-efficient MD algorithm
for generating random packings of periodic ellipsoids. The specific contributions of this paper

are :

® The binary collision times are computed by simply finding the roots of a nonlinear
function, which is a more efficient and simple technique than that presented by
Donev et al|(2005alb).

® The paper puts more emphasis on periodic packings and presents a novel and efficient

technique to compute the collision time between an ellipsoid and a cell face.

® The necessary steps for processing the impact between two ellipsoids are well estab-

lished and can be used for any types of ellipsoids (prolate, oblate, scalene).

©® It is the first time that ellipsoids packings with high aspect ratios (i.e., Ry, Ry > 10)

are presented in the literature.

® The algorithm is comprehensive and well documented. Detailed pseudo-codes are

given so the algorithm can be easily implemented by other researchers.

Computation of the orientation tensors has shown a uniform dispersion of the ellipsoids
orientations in the generated packings.

Finally, packings generated with this algorithm will be used in numerical homogenization
where it would be possible to study the effect of fibers orientation and aspect ratios on the

mechanical effective properties of ellipsoidal (i.e., 3D) particles reinforced composites.
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Appendix 5.A Algorithms pseudo-code

Algorithm 5.1 Main Algorithm.

Input: N, Ry, Ry, Vs
Output: {a,b,c}, r and q of all ellipsoids

1: Define a cube of side L. Set a corner as origin.

[ G T N T e T e T e S e G e S
o e A R v =

)
&

23:

fori=1— N do

Assign a random position vector ""éo)'

Assign a random quaternion vector q’('o) = [oﬂ@ ,’W@].

Assign a random linear ('U’@) and angular (""éo)) velocity vector.
Assign the semi-principle axis growth rate aj) = 0.1.

Compute b)) = aj) /Ry and ¢ = a}/Rs.

end for

Initialize the actual volume fraction V) = 0.
while V(t) < Vf do

Compute t. using Algorithm [5.6]
Compute t, using Algorithm [5.8
Compute At = min(t., ).
fori=1— N do

Move the particle ¢ from time ¢ to time (¢ + At) using Algorithm [5.2]
end for
if At =t. then

Update the velocities of the concerned particles using Algorithm [5.9]
else if At =t, then

Create periodic image(s) of the concerned particle using Algorithm [5.10]
end if

N
1 4 . A )
Compute the new volume fraction: Viiay = s E gﬂa’(t +anbieranCeran-

i=1
t <+ t+ At.

24: end while

25: Perform a scaling by reducing {aft wan Y an St At)} in order to reach Viipay = Vy.
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Algorithm 5.2 Moving an ellipsoid i between time ¢ and time (¢ + At)

Input: (), q(, = [qét) ,¢zt)}, Ve, wzi, {aly, Uy, cloy }s {ab: 06, ¢}, At

Output: {aét+At)7 bl(t+At)v Czt—i—At)}’ th—i—At)’ qét—i—At)? Aét-{—At)’ R} (t+AL) Mzt—l—At

Compute the new position TZ('HN) using Eq. .
Compute a;, nyys Uy apy and ¢, py using Eq. (-9).
Compute the quaternion ¢’y, using Eq. (5.10).

Compute the quaternion qf,, ,,, using Eq. -
Compute R(t LAY and M(t LAY using Eqgs. and ( -
Compute A’} (t+a¢) using Eq. -

Compute A{,, , using Eq. (5.121).

Input: 1\/[ {a

Algorithm 5.3 Computing the coefficients py, ;) of Eq. - ) for ellipsoids ¢ and j

i J
Yoo b Ay

Output: pk(t)

T

SN .
Compute C = ( %t)> A%t) <M%t)>-
Let 6; = (1/al, )
Compute pyy =
Compute pa (5253011 + 0103C2 + 0102C33 — 515253044>

| |
—~
—_
~
°@'
\_/
&
=
(o
=%
w

= (1/cét))2.

o

Compute b3y = 0102 (033044 - 034C43> + 0203 <011044 - CI4C4I> + 0103 <C22C44 -
024042) + 0 <023C32 - C'22033> + 02 <013C31 - C'11033> + 03 <012C21 - 011022>-

Compute py ) =
01 <022033044 — (034043 — C33C45C — CyyCspCo3 + C33024Ca3 + CuaCa3C 34

) (011033044 — (11054Cy3 — C33C14Cy1 — CuyC13C51 + C51C14C3 + 041013034> +

03 <C11C22C'44 — 011094 Cp — CC14Cyy — CyyC12C51 + C91C14Cyn + Cy1C12C
C11Co3C35 + CC13C31 + C33C 1501 — C11C20Cs3 — Co1C13C39 — C31C12C03.
Compute ps(,) = det (A] ).
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Algorithm 5.4 Computing the coeffcients 7, for ellipsoids ¢ and j

Input: py
Output: 7,

1: Compute p1 = —pay/(4p1r), P2 = Pawy/(6P1y)); D3 = —Dawy/(4p1y) and py =
p5(t)/p1(t)'
2: Compute 5, = (134 — ]31133) + 3(]5% — ]71133)-
3: Compute By = —p3 (]53 — 251]52) — P4 (25% — 152) — D2 (ﬁ% - ]51173)-
4: Compute 1y = B} — 2753,
5: Compute 1y, = —9(ps — ]51]52)2 +27(p3 — p2) (P35 — p1P3) — 3(pa — P1p3) (P — D2).
6: Compute 13y = (]33 - ]51]52) — 3p152.
7. Compute 744 = —(174 — ]71133)-
8: Compute N5(1) = (f)% - }52)-
Algorithm 5.5 Function 7, oy for ellipsoids i and j
Input: At

Output: 7y a

—_

-~ w

Compute {a§t+At), béHAt), C%t-‘,—At)} and Mz('tJrAt) for ellipsoid ¢ using Algorithm .
1A for ellipsoid j using Algorithm H

Compute pk(4ay using Algorithm [5.3)

Compute {0114 s T2(+a0) M(t+A0) Tran: T(e+arn  using Algorithm [5.4]

Compute A{
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Algorithm 5.6 Finding the next binary collision time (Part 1)

Input: {a(t), by, c(t)}, {ao, bo, co}, T(t), (), v, w of all ellipsoids
Output: t., x.

1: Set tyy, = realmax and pu = 1.2.
2: for i =1 — N — 1 (including periodic ellipsoids) do
3: for j =i+ 1 — N (including periodic ellipsoids) do

4: if v or v’ have changed since last iteration then

5: Compute R{;) = max (aft), by cft)) and R} = max (ag, be, 06) where r = {i,j}.
6: Compute 2% using Eqs. (5.15)) and (5.16)).

7: if 0 <55 <t then

8: Define ellipsoids V; and N; using f.

9: Compute 7, for N; and N; using Algorithm (use At =0).

10: if N; and N; are externally tangent or overlap then

11: test; = true.

12: else

13: test; = false.

14: end if

15: else

16: test; = false.

17: end if

18: if test; = true then

19: Define the function 7y, using Algorithm W
20: Compute all roots of 11 ap: Ats < Aty < ... < Aty
21: testy = false.
22: for p=1—ndo
23: Compute 7y ;4 a¢,) for i and j using Algorithm .
24: if {771(t+Atp) =0, 204, > 0, Myar,) <0 and n54ay,) > 0} or

{ﬁl(t+mp) =0, m24ar,) = 0, Magrar,) < 0and 54 ag,) > 0} then

25: Compute tyin = min(At,, tmin)-
26: testy = true.
27: break
28: end if

20: end for
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30:
31:
32:
33:
34:
35:
36:
37:
38:
39:
40:
41:
42:
43:

44:
45:
46:

Algorithm 5.6 Finding the next binary collision time (Part 2)

if test, = false then
Return No collision between ¢ and j.
end if
else
Return No collision between ¢ and j.
end if
else
Deduce the binary collision time At from last iteration.
Compute ¢y, = min(At, tyin)-
end if
end for
end for
Set t, = toin.
Compute A{,,, , and A{,,, , using Algorithm .

Compute the eigenvalues of matrix <A’('t +tc)> Al

Search for the double positive eigenvalue ).

Compute x. using Eq. (5.14]).

T

Algorithm 5.7 Function g/, A,

Input: At

Output: ¢

_i.
(t+At)

Compute A{,, , using Algorithm .

Deduce B, ry), diysar and F{, | 5, using Eq. G17).
Compute P and p using Eq. (5.19b).

Compute Bét*-i-At)’ Z(::—At) and F("tim) using Eq. (5.21D).
Compute 92t+At) using Eq. (5.23).

) between an ellipsoid ¢ and a cube face z, = 3
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Algorithm 5.8 Finding the next collision time between an ellipsoid and a cube face

Input: {a(t), b, c(t)}, {ao, bo, co}, T(1), (1), v, w of all ellipsoids
Output: ¢,

1: Set t,,;, = realmax.
2: fori=1— N do

3: Compute R{, = max (a{,, b, () and Ry = max (a, bj, ¢f)-

4 for k=1—3do

5 for ={0,L} do

6 if v has changed since last iteration then

7: if particle ¢ does not intersect the cube face x;, = S then
8 Compute t29 using Egs. and (5.25).

9: if 0 <55 <ty then

10: Define the function ggt A using Algorithm
11: Compute all n roots of 92t+At): Aty < Aty < ... < At,.
12: if n # 0 then

13: Compute ti, = min(Aty, tmin)-

14: else

15: Return No collision between ¢ and x; = (.
16: end if

17: else

18: Return No collision between ¢ and z, = (.

19: end if
20: end if
21: else
22: Deduce the collision time At from last iteration.
23: Compute ¢y, = min(At, tyin)-
24: end if
25: end for
26: end for
27: end for

28: Set tg = toin.
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Algorithm 5.9 Computing velocities after impact at time t = ¢,

Inpulﬁ:. TZ(:t)a‘T{t)a qét)a q{t)a Ui_? vj_7 wi_a wj_7 {a%t)>bét)7cét)}> {a{tyb%'t)?cgt)}? {aé)? 6706}7
{a6. b0, 0},

Output: v'* v/ F W't W™

2: Compute n using Eq. (5.26).

3: Compute t; and t5 such that t; x t3 = n.

4: Compute mf, and H'\,) using Eq. (5.27a) and (5.27b]), where r = {3, j}.

5. Compute H{,) using Eq. (65-28), where r = {4, j}.

Define the linear equations system using Eqs. (5.29), (5.30), (5.31) and (5.32).
Solve the equations system to find v'*, v/, W' and w’*.

if ellipsoid 7 has P’ periodic image(s) (P’ # 0) then

for p=1— P’ do
10: vP =o't

11: WP = W',

12: end for

13: end if

14: if ellipsoid j has P? periodic image(s) (P’ # 0) then
15: forp=1— P’ do
16: vP =it

17: WP =wiTt,

18: end for

19: end if
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Algorithm 5.10 Creation of periodic images following the collision between a particle and the
cube faces at time t = t,

Input: r{,), q(,, v', &', {azt),bzt),czt)}, {ai, b, ch}
Output: Periodic particles of ellipsoid 2

[t

: Suppose that particle ¢ collided with m faces.

2: if m =1 then

3: P =1.

4: else if m = 2 then.

b: P =3.

6: else if m = 3 then

T: P =T

8: end if

9: Create P' periodic image(s) of ellipsoid 1.

10: for p=1— P’ do

11: r’(’t) = rét) + Bep where 8 € {L,—L} and k € {1,2,3}.
122 () = gy

13 vP = vl

14: wP = W'

15: end for
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Figure 5.2 Random packings of prolate ellipsoids. (a) N =100, Ry = 3, Ry = 3, V; = 40%.
(b) N =300, Ry =40, Ry =40, V; = 10%.

Figure 5.3 Random packings of oblate ellipsoids. (a) N = 100, Ry = 3, Ry = 1, V; = 40%.
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Figure 5.4 Random packings of scalene ellipsoids. (a) N = 100, Ry = 2, Ry =5, V; = 30%.
(b) N = 1000, By = 4, Ry = 0.5, V; = 20%.

Figure 5.5 Random packings of polydisperse ellipsoids. (a) N =50, 1 < Ry, Ry <5, Vy =
30%. (b) N =125,0.1 < Ry, Ry <2,V = 20%.
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Figure 5.6 Ratio p as a function of the ellipsoids number N. Each point represents the mean
value obtained for 10 random realizations. 95% confidence intervals are shown.
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CHAPTER 6

ARTICLE 3: A COMPREHENSIVE VALIDATION OF ANALYTICAL
HOMOGENIZATION MODELS: THE CASE OF ELLIPSOIDAL PARTICLES
REINFORCED COMPOSITES

E. Ghossein and M. Lévesque (2014). Mechanics of Materials, 75, pp. 135-150.

6.1 Abstract

This paper presents a rigorous and exhaustive evaluation of the analytical homogenization
models accuracy for the case of randomly distributed and oriented ellipsoidal fibers reinforced
composites. Artificial random microstructures were generated using a molecular dynamics
(MD) algorithm. Numerical effective properties were computed using a Fast Fourier Trans-
forms (FFT) based technique. The numerical predictions were compared to those of the
analytical models for a wide range of phases mechanical properties, fibers volume fractions
and aspect ratios. The validation campaign involved a rigorous Representative Volume El-
ement (RVE) determination process and approximately, 66000 simulations were performed.
The results show that the analytical models accuracy is more sensitive to the mechanical
properties contrasts than to the fibers volume fraction and aspect ratio. Among all the
studied models, Lielens’” model remains the most accurate, especially for high contrasts and
volume fractions. For high aspect ratio fibers, Lielens’s model and Beveniste’s interpretation
of the Mori-Tanaka model provide similar estimates, especially when predicting the effective
shear modulus. In this case, the latter could be an alternative to Lielens’ model, especially
for composites where the fibers are not completely stiffer than the matrix. All conclusions of

this study apply to both prolate and oblate ellipsoidal fibers.

6.2 Introduction

Homogenization models rely on microstructural information (e.g., constituents properties,
volume fractions, shapes, orientations, etc.) to predict the effective properties of heteroge-
neous materials. Several analytical homogenization models have been developed for predict-
ing the mechanical properties of ellipsoidal fibers reinforced composites, such as the dilute
solution of Eshelby (Eshelby, |1957), the Hashin-Shtrikman bounds (Hashin, |1962; Hashin and
Shtrikman), |1963), the self-consistent scheme (Budiansky, 1965} Hill, [1965)), the Mori-Tanaka
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model (Mori and Tanaka;, 1973; [Benveniste, |1987)), the model of Ponte Castaneda and Willis
(Castaneda and Willis| [1995)) and Lielens’ model (Lielens et al), [1998), among others.
To the knowledge of the authors, no study rigorously and thoroughly dealt with the

performance evaluation of these models for a wide range of phases mechanical properties,

fibers volume fractions and aspect ratios, in three dimensions. [Tucker and Liang (1999)

compared the predictions of a limited number of models against finite element simulations
for aligned fibers reinforced composites. Other works have studied the case of Randomly
Oriented Fiber Reinforced Composites (ROFRC) (Bohm et al., 2002; |Lusti and Gusev, 2004}
Kari et all 2007a; Mortazavi et all, 2013} [Moussaddy et al) [2013al) and spherical particles
reinforced composites (Bohm and Hanl, [2001; Pierard et al| [2004; Marur} 2004; Kari et all,
2007b}; Klusemann and Svendsen, [2010; [Cojocaru and Karlssonl|,[2010; |Ghossein and Levesque,
. Several researchers were also interested in the validity domains of micromechanical

models when predicting the elastic properties of microstructures with aligned and randomly
oriented clay platelets (Sheng et all 2004; Hbaieb et all 2007; [Figiel and Buckley, [2009;

Pahlavanpour et all [2013). These studies dealt with a very narrow range of fiber/matrix

rigidity contrasts, i.e., Young’s modulus of the fibers divided by the Young’s modulus of the

matrix, for isotropic constituents, lower than 30 (Bohm and Han| 2001} |Pierard et al., [2004}
Marur], 2004; [Sheng et al) [2004} Kari et all, [2007alb; [Cojocaru and Karlsson| 2010) and fibers
aspect ratio, i.e., length divided by diameter inferior to 5 (Bohm et al) 2002; Hua and Gu,
2013). Furthermore, some authors have limited their work to low reinforcements volume
fractions (< 3%), and eluded the rigorous evaluation of the Representative Volume Element
(RVE) (Lusti and Gusev, [2004; Mortazavi et al., [2013)).

The aim of this paper is to rigorously and thoroughly validate the performance of analyti-

cal homogenization models for two-phase composites reinforced by randomly distributed and

oriented ellipsoidal fibers with a fully automated numerical procedure based on Fast Fourier

Transforms (FFT) (Moulinec and Suquet|, [1998). The paper is organized as follows: Section

presents a literature review on analytical and numerical homogenization. The first part
reviews the different analytical homogenization models for predicting the elastic properties
of ellipsoidal particles reinforced composites. The second presents the main algorithms used
in the literature for generating random microstructures, as well as the different numerical
techniques for computing their effective properties. Section summarizes the algorithms
implemented in the numerical tool for generating ellipsoidal fibers reinforced microstructures.
The algorithm used to compute the effective properties is presented in Section [6.5 Section
describes the methodology adopted for the validation campaign. A rigorous and compre-
hensive validation of several homogenization models is performed in Section Effective

properties predicted by analytical models are compared to those obtained numerically. A
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discussion and analysis of the results concludes the paper.

The Einstein summation convention has been adopted, unless specified otherwise. Lower
case letters (e.g., a, @) and boldfaced lower case Latin letters (e.g., @) denote respectively
scalars and vectors; boldfaced lower case Greek letters (e.g., &) and boldfaced upper case

Latin letters (e.g., A) denote respectively second and fourth order tensors.

6.3 Background

6.3.1 Analytical homogenization models

The overall elasticity tensor of a two-phase composite is given by:

C=Ci+a((C-C):A) 6.1)

5]
1

where C; and ¢; denote respectively the stiffness tensor and the volume fraction of phase
while A denotes the strain-localization tensor related to each model. Subscripts “1” and “2”
refer to the matrix and fibers, respectively, and (M) represents orientation averaging of a

given tensor M, such as:

s T 7'('/2

1 .
<Mijkl> = ﬁ///wz’mwjnwkowszmnopSln(ﬁﬁ)d@débdl/) (6-2>
—m 0 0

where 60, ¢ and v refers to the Euler angles and w denotes the rotation tensor (Odegard et al.,
2003)).
The strain-localization tensor for Eshelby’s dilute solution is (Eshelby, 1957):

AEsh — [I =+ Sl : Cl_l : (CQ — Cl)] - (63)

where I is the identity tensor. S; is Eshelby’s tensor computed using the matrix mechanical
properties and depends on the ellipsoidal fibers aspect ratios.
The strain-localization tensor for the self-consistent model is given by (Budianskyl, [1965;
Hill, |1965):
A= [145:6":(C,-€)| (6.4)

where S is Eshelby’s tensor obtained by considering the effective composite as the infinite
media. Since S and C are initially unknown, the self consistent scheme is an implicit model
that is iteratively solved.

In the Mori-Tanaka model, A is written as (Mori and Tanaka, 1973):
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AMT =T [clI + CQT:| B (6.5a)

where:

T = ABsh — [I +8,: 07t (Cy— cl)} ) (6.5b)

Weng| (1992 1990} (1984)) has shown that for ellipsoidal reinforcements, the Mori-Tanaka

model is equivalent to the Hashin-Shtrikman-Walpole lower bound (Walpole, 1966} |Willis),
1977; \Weng, |1992).

Benveniste, (1987)) proposed a new formulation of the Mori-Tanaka model which is suitable

for composites with randomly oriented fibers. He developed a one-step method where the

orientation averaging is directly performed on tensor T. His estimate reads:
~ ~1
CBen — Cl + CQ<(CQ — Cl) : T> : [ClI + CQ<T>:| (66)

It should be noted that this model delivers non-symmetric effective tensors for many mi-
crostructures (e.g., reinforcements with different aspect ratios) (Ferrari, [1991; Benveniste
et al., |1991), which is physically invalid. However, since this study deals with inclusions of
identical aspect ratios, Eq. leads to symmetric tensors.

Lielens et al.| (1998) have developed a model that interpolates nonlinearly between the
Hashin-Shtrikman-Walpole bounds for aligned reinforcements (Walpole, 1966; Willis, 1977}
Wengj, [1992). More specifically, this model interpolates the inverse of the strain-localization
tensor between the case where the stiffest phase is embedded in the more compliant phase and
that where the most compliant phase is embedded in the stiffest phase (Tucker and Liangj,
1999). A is given by:

AM = AL [011 + CQALI:| B (6.7a)

where: .
AV {(1 — o) [Ame] [Aupper]_l} | (6.7b)

vy is the interpolation factor and is related to the inclusions volume fraction (Lielens et al.|
1998; Tucker and Liang), [1999)):

1
vy = 502(1 + CQ) s (67C)

Alover and AP are computed as:

Alower — |:I + Sl . Cl_l : (CQ — Cl):|1 (67(1)

Aupper _ [I + Sy C;l . (C1 — Cg)}_l (6.7¢)
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where S, is Eshelby’s tensor computed by using the fibers properties as the infinite media.

6.3.2 Numerical homogenization
Random microstructures generation

Most artificial random microstructures found in the literature were generated by the Ran-
dom Sequential Adsorption (RSA) algorithm (Rintoul and Torquato, |1997)), and its modifica-
tions (Segurado and Llorcal [2002). The main disadvantage of this algorithm is the difficulty

to generate microstructures with high number of fibers and volume fraction in a reasonable

computational time (Segurado and Llorca, 2002} Barello and Lévesque, [2008). [Lubachevskyl|

and Stillinger, (1990)) proposed an algorithm based on molecular dynamics (MD) that can

achieve high volume fractions, up to the theoretical packing limit, for spherical particles in

a very short computation time (Ghossein and Levesque, 2012)). Donev et al. (2005b)) relied

on the principles of MD algorithms to generate random packings of elliptical (2D) and el-

lipsoidal (3D) particles. |Ghossein and Levesque| (2013) have proposed a modified version of

their algorithm that can generate all types of ellipsoids (prolate, oblate, scalene) with high

aspect ratios (i.e., > 10) in a computationnally efficient manner.

Computation of composites effective properties

Most of the published works dealing with the computation of composites effective prop-
erties relied on the Finite Element Method (FEM) (Llorca et all 2000; Bohm et al) |2002;
Segurado and Llorca), [2002; [Kari et al), 2007b; Barello and Lévesquel, 2008} [Klusemann and|
Svendsen), 2010}, [Cojocaru and Karlsson| 2010}, [EI-Mourid et al), 2012; [Pahlavanpour et al.,
2013; Moussaddy et al., 2013b)). However, this technique cannot be fully automated since the

meshing operation usually requires user input, especially for large volume fractions and/or

aspect ratios.

Moulinec and Suquet| (1998) have proposed an algorithm that computes the effective

properties of composites based on Fast Fourier Transforms (FFT). The algorithm consists of
discretizing the microstructures into voxels and solving, in each voxel, the constitutive law
in Fourier space. The mechanical properties are then deduced from the volume averaged

stresses and strains over all the voxels. The technique was accelerated by the work of

and Milton| (1999). The advantage of this method stems from its rate of convergence and the

fact that it does not require meshing. Furthermore, this method imposes periodic boundary
conditions, which allows it to efficiently converge towards the RVE (Kanit et all [2003).
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Figure 6.1 (a) Random microstructure containing 1000 prolate ellipsoids. Volume fraction
= 30%. Ry = Ry = 3. (b) Random microstructure containing 50 oblate ellipsoids. Volume
fraction = 15%. Ry = 20, Ry = 1.

6.4 Generation of periodic ellipsoidal particles volume elements

The algorithm of |Ghossein and Levesque, (2013) was used to generate a wide range of
microstructures. Two aspect ratios were defined: Ry = a;/b; and Ry = a;/¢;, where {a;, b;, ¢;}
denote the semi-principal axes length of ellipsoid 7. A minimal distance of 1073 L was imposed
between two ellipsoids, where L is the cube’s length. Figure shows a periodic packing
1000 prolate ellipsoids with a volume fraction of 30% and an aspect ratio of 3 (R; = Ry = 3).
Figure [6.1b| shows a periodic packing containing 50 oblate ellipsoids with an aspect ratio of
20 (R; = 20, Ry = 1) and a volume fraction of 15%. These two packings were generated in
less than 20 seconds on an Intel i7 Quad Core running at 1.60 GHz and with 8 GB of RAM.

6.5 Computation of composites effective properties using FFT

The effective properties of the generated microstructures were computed using the tech-
nique of Moulinec and Suquet| (1998) and accelerated with the algorithm of [Eyre and Milton
(1999).

The microstructure was discretized into N x N x N cubic voxels. For each voxel, a material

was assigned by adopting the following rules of arbitration: the position of 9 points uniformly
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Figure 6.2 Discretization of a random microstructure on a grid of 256 x 256 x 256 voxels. Num-
ber of ellipsoids = 60. Volume fraction = 40%. R; = Ry = 5. (a) Generated microstructure.
(b) Discretized microstructure.

distributed was verified. If most of the points belonged to an ellipsoid, then the properties
of the ellipsoidal fibers were assigned to the voxel. Otherwise, the voxel was considered to
be matrix. Figure[6.2] shows an example of discretization of a random composite containing
60 prolate ellipsoids with a volume fraction of 40% and an aspect ratio of 5. 256 x 256 x 256
voxels were used to represent the microstructure.

The effective properties were derived from the volume averaged stresses and strains. The
complete details of the numerical implementation of the algorithms for computing the stresses
and strains fields can be found in (Ghossein and Levesque, 2012). The effective stiffness tensor
C was computed from:

<o(x)>=C:<e(x)> (6.8)
where < - > denotes an average over the volume. The six columns of the stiffness tensor (in
modified Voigt notation) were computed independently by imposing a periodic strain field
in a particular direction. For example, to calculate the first column, a periodic deformation
was applied in the first principal direction (£17). The five other columns were determined
similarly. Since the algorithm had to be called six times independently, the calculations have

been parallelized on six local workers using an Intel(R) Xeon(R) Dual Core running at 2.40

GHz and with 48 GB of RAM.
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Following the determination of 6, the effective bulk and shear moduli were computed as:

Ro= ) (6.9a)

b = ——— (6.9b)

Egs. (6.9) were used to take into account all the components of C since the latter was not

strictly isotropic.

6.6 Validation campaign

Macroscopically isotropic composites made of randomly oriented isotropic ellipsoidal fibers
distributed into an isotropic matrix were considered. A wide range of mechanical properties,
volume fractions and fibers aspect ratios were studied. Table summarizes all the studied
combinations of volume fractions and aspect ratios.

For each combination of aspect ratio and volume fraction, three mechanical properties
contrasts were simulated, namely: p; = %, P2 = % and p3 = %, where the p; were varied
independently and took the values of {1, 10,50, 100}.

The mechanical properties were evaluated according to the methodology of Kanit et al.
(2003). The size of the RVE was determined for each combination of contrasts, volume
fraction and aspect ratio as follows. Mechanical properties were computed for several random
realizations having the same constituent properties, fibers aspect ratio, fibers volume fraction
and the same number of represented ellipsoids. The number of simulations n was considered
sufficient when the half width of a 95% confidence interval was less than 1% of the average

value of the sought property. This is equivalent to satisfy the following inequality:

Table 6.1 Studied range of aspect ratios and volume fractions for prolate and oblate ellipsoidal
fibers.

Prolate (R; = Ry) Oblate (Ry = 1)
Aspect ratios Volume fractions (%) Aspect ratios Volume fractions (%)
Ry=Ry= 2 {10, 20, 30, 40, 50} Ry = 2 {10, 20, 30, 40, 50}
Ri=Ry= 5 {10, 20, 30, 40} Ri= 5 {10, 20, 30}
Ri = Ry = 10 {10, 20} Ry =10 {10, 20}
Ry = Ry = 20 (10} Ry =20 10}
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n—1
Tl—a/Q Sl“
max

=R, L f’\/ﬁ

where T' is the quantile of the Student distribution with (n — 1) degrees of freedom, S is an

<00l , n>6 (6.10)

estimate of the standard deviation of x and (1 — «) is the confidence level (i.e., 1 —a = 0.95).

The procedure was repeated for increasing numbers of ellipsoids (while keeping constant
the constituent properties, fibers volume fraction and aspect ratio). Starting with volume
elements containing 15 particles each, 15 ellipsoids were added between each volume element
size until the mean of the effective properties converged to an approximate asymptotic value
(less than 2% variation from one ellipsoids number increment to the next). The RVE was then
reached and the resulting mechanical properties were considered to be the exact properties
of the composite. Moussaddy et al| (2013b) showed that this procedure provides accurate
results when the fibers aspect ratio is lower than 30, which is the case in this study.

Based on the distribution and orientations of the reinforcements, the RVE should be
isotropic. Moussaddy et al| (2013b) have demonstrated that the convergence of properties
over volume element size increments, as describe above, can lead to erroneous results for
large aspect ratio fibers. They have demonstrated that relying on a deviation from isotropy
criterion led to a much more robust evaluation of effective properties. Several methods have
been proposed in the literature for computing the deviation from isotropy. Some authors
considered only the independent terms of the stiffness tensors (i.e., 61111, Ci199 and 61212)
(Zener and Siegel, 1949; Chung and Buessem|, [1967; Spoor et al), 1995; Ranganathan and
Ostoja-Starzewski, 2008) while others have proposed formulations that do not take into ac-
count the vanishing terms (Bucataru and Slawinski, 2009; Moussaddy et al}2013b). This can
lead to inaccuracy in the isotropy error measurement since these terms are not necessarily
zero in the homogenized tensor C.

The deviation from isotropy was calculated for all the volume elements computed in
this work as a validation for the results delivered by the convergence of effective properties
described above. The deviation from isotropy of tensor C was evaluated by using the following
methodology. First, an isotropic stiffness tensor was calculated from the effective moduli
and g1 as:

C* =3rJ +2uK (6.11a)

where J and K are the isotropic projectors. The deviation from isotropy of 6, denoted by

diso, Was then computed as:
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6
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i=1

where \; and A7 denote respectively the eigenvalues of (é — C*) and C* (in modified Voigt

(6.11b)

notation). This methodology was adopted since it takes into account all the terms of C. In
addition, i, is related to the strain energy mean error since it relies on the eigenvalues.

In total, 1472 different ellipsoidal fibers reinforced composites were studied and approx-
imately 66000 simulations were performed. d;s, was computed for each realization. Figure
6.3| shows the statistical distribution of dis,. If all 66000 simulations are considered (Figure
, diso has a mean and maximum value of 2.4% and 11.2%, respectively. Theses values
are reduced respectively to 1.3% and 5.2% if only the realizations at RVE size are exam-
ined (about 20000 simulations, including 13000 at a contrast of 100) (Figure [6.3D]). Figure
m provides also the 99" percentile of dis,. For all the simulations, SO = 7.6%, whereas

180

699" = 3.9% for only those at the RVE. These results show that the stiffness tensors obtained
in this campaign are almost isotropic and were considered as acceptable for this work.

It should be noted that for each combination of contrasts, volume fraction, aspect ratio
and number of fibers, a convergence analysis in terms of number of voxels was performed when
computing the effective properties with the FFT method. N was initially set to NV = 32 and
doubled until both effective moduli converged. A tolerance of 2% was used as a criterion
of convergence. This convergence analysis was performed for the first 6 realizations. The
largest required value of N was then used for all the other generated microstructures having

the same combination of mechanical and geometrical properties.

6.7 Results and discussion

The predictions of the dilute solution of Eshelby (Eshelby), the model of Mori-Tanaka
(MT), the self-consistent scheme (SCS), Lielens’ model and the model of Benveniste
(MT /Benveniste) were compared to the exact solution given by the numerical tool (NT).
Furthermore, the numerical results were interpolated using a MATLAB built-in cubic spline
interpolation. The Hashin-Shtrikman bounds (HSB) are also shown in the plots to verify
that the numerical and analytical predictions lie between these bounds. Results are shown
for the case of prolate and oblate ellipsoidal fibers.

It should be noted that the accuracy of the Ponte Castaneda and Willis (PCW) model
was not studied in this paper. It has been shown that this model has a limited range

of allowable volume fractions (c; < 1/R? for prolate ellipsoids and ¢, < 1/R; for oblate
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ellipsoids) (Castaneda and Willis, |1995). When exceeding the volume fraction limit, the
PCW model violates the bounds of Hashin-Shtrikman (Hu and Weng, [2000)).

6.7.1 Prolate ellipsoidal fibers

For all cases studied in this section, x; was set to 1 and contrasts p; and ps were varied
simultaneously from 1 to 100.

Figure shows the results for a volume fraction of 10% and an aspect ratio of 2. It can
be seen that every model delivers acceptable predictions, even for high mechanical properties
contrasts. The figure suggests that Lielens’ model delivers the most accurate predictions for
k and the SCS provides the most accurate estimates for ji.

Figure [6.5] shows the results for the same types of ellipsoids but for a volume fraction
of 30%. It can be seen that the dilute solution of Eshelby deviates from the accurate solu-
tion. The other models deliver accurate estimates for low contrasts (p; 3 < 10). For higher
contrasts, Lielens’s model is the only accurate model. MT and MT/Benveniste models un-
derestimate while the SCS overestimates the effective properties.

The same trend is observed when the inclusions volume fraction reaches 50%, as depicted
in Figure[6.6 However, the SCS diverges rapidly when p; 3 > 10. Thus, it seems that the SCS
is not an appropriate model to predict the properties of dense ellipsoidal particles reinforced
microstructures. All models led to accurate predictions for p; 3 < 10. When 10 < p; 3 < 50,
Lielens’s model remains the most accurate among the studied models. However, for higher
contrasts (p; 3 > 50), no model provides acceptable estimates. Moreover, all models, except
the SCS, predict a plateau, which is not the case for the numerical solution. It should
be noted that similar results were reported for the case of spherical particles reinforced
composites (Ghossein and Levesque, 2012)) and for cylindrical fibers of very high aspect
ratios (Moussaddy et al, 2013a).

Figures [6.7) and show the results for aspect ratios of 10 and 20, respectively, and
for volume fractions of 10%. For both cases, all models, except the SCS, provide accurate
estimates for kK and i, even when p; 3 > 50. The SCS is only accurate when p; 3 < 30. It
is interesting to note that, for both aspect ratios, the numerical and analytical predictions
do not reach a plateau in the investigated range of contrasts. Further works are needed to
determine the contrasts at which an asymptotic effective property is reached.

According to these results, it seems that the accuracy of the analytical models is more
sensitive to the fibers volume fraction than to their aspect ratio. However, the contrasts
between the fibers and the matrix remain the most influent parameters on the homogenization
models performance. Indeed, when the contrasts are low (i.e., < 10), the analytical models

predict the effective properties accurately, even for high volume fractions (up to 50%).
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6.7.2 Oblate ellipsoidal fibers

The same analysis as that performed for the prolate ellipsoids was performed for the
oblate ellipsoids.

Figures [6.9) to [6.13] show trends very similar to those obtained for the case of prolate
ellipsoids. In overall, Lielens’s model seems to be the most accurate model. Furthermore, the
contrasts between the phases are the most influential parameters on the analytical models
performance, followed by the fibers volume fraction. The only difference found is that for an
aspect ratio of 10 and 20 (Figures and , the effective properties reach a plateau for

a contrast value around 100, which was not the case for prolate ellipsoids.

6.7.3 Maximum relative error for each analytical model

Tables [6.2] and [6.3] provide the maximum relative error € induced by each homogenization

model when predicting the effective moduli k and p. € was computed as:

ana num
b;

- D;
num

p;

€= max
i€{1,2,...,1472}

(6.12)

where p denotes either k or g, “num” and “ana” refers respectively to the numerical and
analytical predictions, while subscript i refers to one of the predictions among the 1472
different microstructures studied in this work. For Lielens’ model, ¢ was computed only for
the cases where k9 > k1 and py > p; since this model is only valid when the fibers are stiffer
than the matrix (Ghossein and Levesque, 2012).

The relative errors are rounded to the unit. The values of contrasts p; for which € was
induced are specified for each combination of volume fraction and aspect ratio. Results are
only presented for prolate ellipsoids since similar values were obtained for oblate particles.

Tables [6.2a] and [6.2]] provide the maximum errors as a function of the particles volume
fraction for k and . The ellipsoids aspect ratio was set to 2. In both cases, the error made
by each model increases with the volume fraction. Moreover, errors always occur for high
contrasts. For both moduli, if € < 10% was defined as an acceptable threshold, all studied
models would meet the accuracy criteria for a volume fraction of 10%. When the inclusions
volume fraction is 20%, only Lielens’ and the SCS meet the criteria. For a volume fraction
greater than 30%, the accuracy criteria is not met by any model. From the results presented
in Tables [6.2] Lielens’ model seems to be the most accurate model when predicting % and [,
provided that the ellipsoids are stiffer than the matrix.

Tables and present the maximum errors as a function of the ellipsoids aspect

ratio. The volume fraction was fixed to 10%. For all models, the error increases with the
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aspect ratio but not as significantly as observed in Tables[6.2aland [6.2D] If the SCS is excluded
from the analysis, the maximum error is 15% in the studied range of properties. This shows
that the ellipsoids aspect ratio has less influence on the models accuracy than the volume
fraction. It is interesting to note that, for high aspect ratios (i.e., > 10), the predictions of
MT and MT/Benveniste are no longer similar, especially when predicting ;z. Among these
two models, MT /Benveniste seems more suitable for composites reinforced by fibers of high
aspect ratios. This finding is relevant since MT and MT/Benveniste have been used in the
literature under the name of Mori-Tanaka without specifying which of the two models has
been used. This study clarifies the differences between the two models and identifies the
best suited model for randomly oriented ellipsoidal particles reinforced composites. Finally,
Lielens” and MT/Benveniste models have similar accuracies when predicting . As for &,

Lielens’ is the most accurate model.

6.7.4 Comparison with other studies

It should be noted that some of the observations made in this paper have been reported
in other studies, but none has succeeded to prove them definitively. In their study on aligned
short-fiber composites, Tucker and Liang| (1999)) found that Lielens” and MT models provided
the best predictions of effective properties. However, their numerical simulations did not allow
to choose the most accurate model among these two since their computations were limited
to a volume fraction of 20% and a rigidity contrast of 30.

Bohm et al.| (2002)) compared their numerical results to the SCS and MT /Benveniste model
for the case of a metal matrix reinforced by randomly oriented short fibers. They found a good
agreement between the numerical and analytical predictions. Nevertheless, their analysis was
performed on three random microstructures without determining rigorously the RVE.

Duschlbauer et al| (2006 studied the case of composites reinforced by planar random
fibers. The authors showed that MT /Benveniste was adequate for predicting the thermoelas-
tic properties of such composites, but it was the only investigated model. Furthermore, their
work was limited to a volume fraction of 21%, an aspect ratio of 10 and a rigidity contrasts
less than 10.

In their work on microstructures with randomly dispersed short fibers, Kari et al.| (2007a))
found that the SCS provided the best estimates of the effective properties. However, their
simulations were performed with a Young’s modulus contrast of 6.4, which did not allow to
deeply investigate the models performance. Indeed, the results presented in this paper show
that for this range of contrasts, all models provide accurate predictions and the difference
between their estimations is negligible.

Moussaddy et al. (2013a)) found that Lielens’” model was the best suited model to pre-
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dict the effective bulk modulus of ROFRC for volume fractions over 5%, which is also the
case for ellipsoidal fibers reinforced composites. However, the authors showed that no model
accurately predicted g for volume fractions over 5%. Since their study was limited to the
case where fibers were completely stiffer than the matrix, it is possible to question the va-
lidity of this statement. Indeed, their works did not allow them to observe that MT and
MT /Benveniste models have no longer the same accuracy when ks < k1 and ps > uy, and
that the latter could replace Lielens’s model for this specific type of composites, especially

when predicting i.

6.8 Conclusion

The main conclusions of this study are:

® Similar results were obtained for prolate and oblate ellipsoidal fibers. In both cases,

the analytical models show similar trends and have almost the same accuracy.

® Contrasts between phases mechanical properties are the most influential parameters

on the analytical models accuracy, followed by the fibers volume fraction.

® In the investigated range of properties, Lielens’ is the most accurate model provided

that the ellipsoids are stiffer than the matrix.

® For microstructures with high fibers aspect ratio, MT /Benveniste could be an alter-
native to Lielens’ model when predicting i, especially if the fibers are not completely

stiffer than the matrix (i.e., ko < k1 and pg > pq).

If a single model was to be chosen for predicting the effective properties of ellipsoidal fibers
reinforced composites, this study suggests that it should be Lielens’ model. For low aspect
ratios (i.e., < 2), its accuracy is 9% for volume fractions up to 20% and rigidity contrasts up
to 100. For low volume fractions (i.e., < 10%), Lielens’ model is accurate to 7% for aspect
ratios up to 20 and mechanical properties contrasts up to 100.

Furthermore, an interpolation model has been developed in this paper and it can be seen
as a substitute to analytical models. Its numerical execution is as quick as analytical models

but its accuracy is the highest published so far.
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Table 6.2a Relative error (¢) of each analytical model as a function of the ellipsoids volume
fraction. The given values correspond to the maximum errors induced when predicting x for
1472 different ellipsoidal particles reinforced composites. Ry = Ry = 2. [a,b, ¢] means that

{1017 P2, 03} = {100,, 10b, 106}

Volume fractions

Models 10% 20% 30% 40% 50%
(%) la,b,c] | (%) la,b,c] | (%) |a,b,c] | (%) [a,b,c] | (%) [a,b,]
MT 9 22,00 | 14 [2,2,00 | 18 [22,0] | 32 [22,0] | 53 [2,2,0]
MT/Ben. | 9 [2,2,0] | 14 [2.2,0] | 18 [2,2,0] | 32 [22,0] | 53 [2,2,0]
SCS | 1 2,021 9 [20,2 ] 30 [20,2 | 5 [2,0,2] | 69 [2,0,2]
Lielens | 1 [0,0,2] | 5 [0,0,2] | 12 [0,0,2] | 23 [0,0,2] | 40 [0,0,2]
Eshelby | 4  [2,0,2] | 12 [2,0,2] | 23 [2,0,2] | 46 [2,0,2] | 53 [2,0,2]

Table 6.2b Relative error (€) of each analytical model as a function of the ellipsoids volume
fraction. The given values correspond to the maximum errors induced when predicting s for
1472 different ellipsoidal particles reinforced composites. Ry = Ry = 2. [a,b, ¢| means that

{p1,p2, ps} = {10%,10°,10°}.

Volume fractions

Models 10% 20% 30% 40% 50%

(%) la,b,c] | (%) la,b,c] | (%) [a,b,c] | (%) [a,b,c] | (%) [a,b,]

MT 40 2,22 | 11 (22,2 | 22 [22,2] | 43 [2.2.2] | 61 [2,2.2]
MT/Ben.| 4 [2,2,2] | 11 [2,2,2] | 22 22,2 | 43 [22.2] | 61 [2.2,2]
SCs 1 222 | 8 [222 |31 [222]| 7 [222]| 93 [222]
Liclens | 3 2222 | 6 (22,2 | 13 222 | 29 [22,2] | 46 [2,2,2]
Eshelby | 6 [2.2,2] | 18 [2.2,2] | 34 [22,2] | 56 [2,2,2] | 75 [2.2.2]
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Table 6.3a Relative error (¢) of each analytical model as a function of the ellipsoids aspect
ratio. The given values correspond to the maximum errors induced when predicting  for
1472 different ellipsoidal particles reinforced composites. Volume fraction = 10%. |[a, b, ]

means that {p1, ps, p3} = {107, 10, 10°}.

Aspect ratios
Models Ry =Ry =2 Ri=Ry=5 Ri=Ry, =10 Ry =Ry, =20
e(%) [a, b, ] e(%) la, b, ] e(%) [a, b, ] e(%) la, b, ]
MT 9 2,2,00 | 10 [22,0 | 12 [220 | 14  [2,2,0]
MT/Ben.| 9 (2200 | 9 (220 | 10 [220 | 12 [220
SCs 1 2,0,2] 6 2,0,2] | 14 202 | 30  [2,0,2]
Lielens | 1 [0,0,2] | 2 [0,0,20 | 2 [0,0,2] | 3  [0,02]
Eshelby | 4  [20,2 | 6  [202 | 7 [202 | 7  [20,2]

Table 6.3b Relative error (€) of each analytical model as a function of the ellipsoids aspect
ratio. The given values correspond to the maximum errors induced when predicting j for
1472 different ellipsoidal particles reinforced composites. Volume fraction = 10%. |[a, b, (]

means that {p1, pa, p3} = {10, 10°, 10¢}.

Aspect ratios

Models Ry =Ry =2 Ry =Ry =5 Ry =Ry, =10 Ry =Ry, =20
e(%) [a,b, ] e(%) la, b, c] e(%) [a,b, c] e(%) la, b, c]

MT 4 222 | 5 222 | 8 [222 | 15  [2272]
MT/Ben.| 4 222 | 5 222 | 6 222 | 7  [2272]
SCs 1 2292 | 3 222 | 11 222 | 23 222
Lielens | 3 2,2,2] 3 2,2,2] 6 2,2,2] 7 2,2,9]
Eshelby | 6  [2220 | 7 [222 | 9 [222 | 9  [2.279]
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where only the realizations at RVE size are considered (about 20000 simulations).
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Figure 6.4 Comparison between the mechanical properties obtained with the numerical tool
(NT) and those predicted by the analytical models: Hashin-Shtrikman Bounds (HSB), Mori-
Tanaka (MT), Benveniste model (MT /Benveniste), self-consistent scheme (SCS), Lielens and
the dilute solution of Eshelby (Eshelby). Volume fraction = 10%. Ry = Ry = 2. k1 = 1 = 1.
(a) Normalized effective bulk modulus. (b) Normalized effective shear modulus.
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Figure 6.5 Comparison between the mechanical properties obtained with the numerical tool
(NT) and those predicted by the analytical models: Hashin-Shtrikman Bounds (HSB), Mori-
Tanaka (MT), Benveniste model (MT/Benveniste), self-consistent scheme (SCS), Lielens and
the dilute solution of Eshelby (Eshelby). Volume fraction = 30%. Ry = Ry = 2. k1 = pg = 1.

(a) Normalized effective bulk modulus. (b) Normalized effective shear modulus.
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Figure 6.6 Comparison between the mechanical properties obtained with the numerical tool
(NT) and those predicted by the analytical models: Hashin-Shtrikman Bounds (HSB), Mori-
Tanaka (MT), Benveniste model (MT/Benveniste), self-consistent scheme (SCS), Lielens and
the dilute solution of Eshelby (Eshelby). Volume fraction = 50%. Ry = Ry = 2. k1 = 3 = 1.
(a) Normalized effective bulk modulus. (b) Normalized effective shear modulus.
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Figure 6.7 Comparison between the mechanical properties obtained with the numerical tool
(NT) and those predicted by the analytical models: Hashin-Shtrikman Bounds (HSB), Mori-
Tanaka (MT), Benveniste model (MT /Benveniste), self-consistent scheme (SCS), Lielens and
the dilute solution of Eshelby (Eshelby). Volume fraction = 10%. Ry = Ry = 10. k1 = 3 =

1. (a) Normalized effective bulk modulus. (b) Normalized effective shear modulus.
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Figure 6.8 Comparison between the mechanical properties obtained with the numerical tool
(NT) and those predicted by the analytical models: Hashin-Shtrikman Bounds (HSB), Mori-
Tanaka (MT), Benveniste model (MT /Benveniste), self-consistent scheme (SCS), Lielens and
the dilute solution of Eshelby (Eshelby). Volume fraction = 10%. Ry = Ry = 20. k1 = 3 =

1. (a) Normalized effective bulk modulus. (b) Normalized effective shear modulus.



120

14
1.35¢ .
13f + 7
1.25¢
w3 12 S AF
1.15¢
Interpolation
"""" HSB
11 - = =MT 7
® MT/Benveniste
1.05 + SCS i
V' Lielens
*  Eshelby
1 10 50 100
K2 K2
p1’

1.35
13f 1
1.25¢
12¢ S Y 8T x ok xR
1:1|£ """""""""
1.15¢ h
1.1} o
‘ MT /Benveniste
1.05 + SCS b
V' Lielens
*  Eshelby
10 50 100
K2 K2
p
(b)

Figure 6.9 Comparison between the mechanical properties obtained with the numerical tool
(NT) and those predicted by the analytical models: Hashin-Shtrikman Bounds (HSB), Mori-
Tanaka (MT), Benveniste model (MT /Benveniste), self-consistent scheme (SCS), Lielens and
the dilute solution of Eshelby (Eshelby). Volume fraction = 10%. Ry = 2, Ry = 1. k; =
p1 = 1. (a) Normalized effective bulk modulus. (b) Normalized effective shear modulus.
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Figure 6.10 Comparison between the mechanical properties obtained with the numerical tool
(NT) and those predicted by the analytical models: Hashin-Shtrikman Bounds (HSB), Mori-
Tanaka (MT), Benveniste model (MT /Benveniste), self-consistent scheme (SCS), Lielens and
the dilute solution of Eshelby (Eshelby). Volume fraction = 30%. Ry = 2, Ry = 1. k; =
w1 = 1. (a) Normalized effective bulk modulus. (b) Normalized effective shear modulus.
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Figure 6.11 Comparison between the mechanical properties obtained with the numerical tool
(NT) and those predicted by the analytical models: Hashin-Shtrikman Bounds (HSB), Mori-
Tanaka (MT), Benveniste model (MT /Benveniste), self-consistent scheme (SCS), Lielens and
the dilute solution of Eshelby (Eshelby). Volume fraction = 50%. Ry = 2, Ry = 1. k; =
p1 = 1. (a) Normalized effective bulk modulus. (b) Normalized effective shear modulus.
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Figure 6.12 Comparison between the mechanical properties obtained with the numerical tool
(NT) and those predicted by the analytical models: Hashin-Shtrikman Bounds (HSB), Mori-
Tanaka (MT), Benveniste model (MT/Benveniste), self-consistent scheme (SCS), Lielens and
the dilute solution of Eshelby (Eshelby). Volume fraction = 10%. R; = 10, Ry = 1. k1 =
p1 = 1. (a) Normalized effective bulk modulus. (b) Normalized effective shear modulus.
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Figure 6.13 Comparison between the mechanical properties obtained with the numerical tool
(NT) and those predicted by the analytical models: Hashin-Shtrikman Bounds (HSB), Mori-
Tanaka (MT), Benveniste model (MT/Benveniste), self-consistent scheme (SCS), Lielens and
the dilute solution of Eshelby (Eshelby). Volume fraction = 10%. Ry = 20, Ry = 1. k1 =
p1 = 1. (a) Normalized effective bulk modulus. (b) Normalized effective shear modulus.
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CHAPTER 7

ARTICLE 4: HOMOGENIZATION MODELS FOR PREDICTING LOCAL
FIELD STATISTICS IN ELLIPSOIDAL FIBERS REINFORCED
COMPOSITES: COMPARISONS AND VALIDATIONS

E. Ghossein and M. Lévesque. Submitted to the International Journal of Solids and Struc-
tures on July 16, 2014.

7.1 Abstract

This paper validates the performance of analytical homogenization models at predicting
the local field statistics in randomly distributed and oriented ellipsoidal fibers reinforced
composites. The numerical validation was based on a newly introduced load independent
metric, which allowed to formulate general conclusions. A large validation campaign was
conducted and the Representative Volume Element (RVE) was rigorously determined for
each combination of phases mechanical properties, fibers volume fraction and aspect ratio.
The load independent properties computed numerically were compared to those predicted by
a range of analytical models. The study revealed that the original Benveniste’s interpretation
of the Mori-Tanaka scheme led to the most accurate first order moments and intra-matrix
second order moments, provided that the mechanical properties contrast between fibers and
matrix are low. For higher contrasts, Lielens’ model delivers the most accurate estimates.
The self-consistent scheme is the most suited model to predict the intra-fiber second order
moments when the fibers aspect ratio is low. For fibers with high aspect ratio, Lielens” model
could be an alternative to the self-consistent scheme. Furthermore, an interpolation model
has been developed and it has been shown to predict accurately the mean and covariance

tensors of the intraphase stress fields.

7.2 Introduction

Homogenization models predict the effective mechanical behavior of heterogeneous materi-
als using the properties and the statistical description of their constituents. Several microme-
chanical models have been developed in the literature (Eshelby|, [1957; Hashin, |1962; [Hashin
and Shtrikman|, [1963} [Budiansky, 1965; Hill, [1965; Mor1 and Tanaka), [1973; (Christensen and
Lol [1979; Benveniste|, [1987; Torquato, [1991; |Castaneda and Willis, 1995; Torquato|, [1998])

and their capacities at accurately evaluating effective properties of linearly elastic materials
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have been rigorously evaluated (Ghossein and Levesque, 2012} |Ghossein and Lévesque, [2014]).

Homogenization models can also compute first order moments (spatial average) and second
order moments (related to the standard deviation and co-variance) of local stress or strain
fields. It has been shown by numerous authors (Castaneda), [1991], 1996, [2002alb}; [Castanedal
and Suquet], [1998; Idiart and Castaneda), 2007alb} [Lahellec and Suquet), 2007alb; Rekik et all,
2007} that adding first and second order moments information into nonlinear homog-

enization schemes can significantly improve their performances. It would therefore be of

interest to evaluate the performances of existing homogenization schemes at predicting local
field fluctuations.

The capabilities of analytical homogenization models at predicting local field moments
have been studied by a limited number of authors. The approach typically consisted of
computing local fields with detailed models where the microstructure was explicitly repre-

sented, computing scalar equivalent stresses/strains for specific load cases and compare them

with those predicted from analytical models. For example, Moulinec and Suquet| (2003b));
Brenner and Masson| (2005); Idiart and Castaneda (2007b)); Rekik et al| (2007)); Buryachenkol
(2011)); Doghri et al| (2011); (Corcolle et al| (2012); Lahellec and Suquet| (2013)) studied com-
posites while [Idiart et al.| (2006); Idiart and Castanedal (2007b); Rekik et al| (2007); [Idiart,
et al.| (2009); Rekik et al|(2012) were interested in rigidly reinforced and porous composites.

Other studies dealt with the computation of intragranular field fluctuations in polycrystals
(Lebensohn et all, 2004} [2005blal, 2007; [Castelnau et al), 2006} [2008; Brenner et all, 2009;
Montagnat et all 2013).

All of the above-mentioned studies focused on very specific microstructures submitted

to very specific load cases, which led to load dependent conclusions. Such analyses cannot,
therefore, be used to draw general conclusions regarding the accuracy of specific models at
predicting local fields statistical moments.

The aim of this paper is to compare and validate the accuracy of analytical homogenization
models at predicting the intraphase field fluctuations in randomly oriented and distributed
ellipsoidal fibers reinforced composites. The approach relies on a new load independent metric
that allows for drawing general conclusions. The load independent properties are first defined.
A numerical technique is then implemented to compute these specific properties for a single
microstructure. Finally, a large validation campaign is conducted by sweeping a wide range
of phases mechanical and geometrical properties, and by comparing the properties obtained
numerically to those predicted by analytical homogenization models.

The paper is structured as follow: Section recalls the fundamental equations for de-
termining the first and second order moments, and summarizes the different numerical tech-

niques for computing the local fields in two-phase composites. The numerical approach used
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in this work to compute the load independent properties is detailed in Section while
Section describes the numerical validation campaign. Section performs a thorough as-
sessment of several analytical homogenization models by comparing their local field statistics
estimations to those obtained numerically. A discussion and an analysis conclude the paper.

Scalars and vectors are respectively denoted by letters (e.g., s, S, o, 3) and boldfaced
lower case Latin letters (e.g., s); second and fourth order tensors are respectively denoted by
boldfaced Greek letters (e.g., o, ¥) and boldfaced upper case Latin letters (e.g., S). Einstein

summation convention has been adopted, unless specified otherwise.

7.3 Background

7.3.1 Governing equations

Suppose that a two-phase composite is subjected to a macroscopic stress 3 or a macro-
scopic strain E. The purpose of homogenization is to compute the composite’s effective

stiffness tensor C or compliance tensor S such that:

>=C:E 7.1a)
E=S:% (7.1b)
It is possible to show that (Bohm), [1998]):
<e(x)>=E (7.2a)
<o(x)>=X (7.2b)

where g(x) and o(x) are the local strain and stress fields, respectively, and < - > denotes
an average over the volume. The relationship between the micro- and the macroscopic scale

is given by the following equations:

' E (7.3a)
o(x)=B(x): X (7.3b)

where A(x) and B(x) denote the strain localization tensor and the stress concentration
tensor, respectively. The first moment of strains and stresses in phase “i” (i = 1 for the

matrix and ¢ = 2 for the fibers) can be expressed as:



128

where < - >; denotes the volume averaging over phase “7” and A; and B; refer respectively
to the average strain localization tensor and stress concentration tensor within the phase.

For the very specific case of two-phase composites, tensors A; and B; are related since:

< A(m) > = ClAl + CQAQ =1 (75&)
< B(w) >=cB;+cxBys=1 (75b)
where I is the fourth order identity tensor and ¢; is the volume fraction of phase “¢”. In

addition, by using Eqs. (7.1)) and (7.4]), one can write:
<a’>z~:Bi:E:Bi:<é:E>:<Bi:é>:E (7.6a)
:Ci:<s>i:Ci:(Ai:E>:<Ci:Ai>:E (7.6b)

Egs. (7.6a) and (7.6b)) lead to:

B,:C=C;:A;, < B;=C;:A;:S (7.6¢)

where C; refers to the stiffness tensor of phase “i”. Eqs. (7.5) and show that A, By
and B, can be deduced from A,. Thus, the accuracy of homogenization models for evaluating
the intraphase first moment of stresses and strains depends solely on their performance at
predicting A,. The latter depends only on the microstructure properties and is independent
of the loading. The expression of A, for different analytical models can be found in (Ghossein
and Lévesque, 2014).

Castaneda and Suquet| (1998) showed that:

1. oC
<€®€>i_c_iE'8Ci'E (7.7a)
1 S
== ) .
<oTRO > oS (7.7b)

The stiffness and compliance tensors of an isotropic material can be expressed as:

1 . 1

wem
7

where k; and p; denote the bulk and shear moduli of phase , respectively, and J and K

are the classical spherical and deviatoric projection tensors. Combination of Egs. (7.7) and
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(7.8]), and use of the chain rule leads to (Castaneda and Suquet, [1998)):

1 8C
—E: E =3<e®e>; J (7.9a)
C; 0/@
1 8C
—E: E =2<e®e>; 0K (7.9Db)
&) O
1 S 1
c_iz:f)li;l:z = §<a®a>i::.] (7.9¢)
1 S 1
X X = = ;K .9d
¢ ougt g SoBO (7.9d)

Egs. (7.9) show that second order moments are directly related to the first derivative of the
effective tensors with respect to the phases properties. These derivatives solely depend on

the microstructure and are therefore load independent.

7.3.2 Computation of local fields in heterogeneous materials

The Finite Element Method (FEM) has been the most commonly used technique for
computing the local fields in heterogeneous materials (Llorca et al., [2000; Bohm et all, 2002;
Segurado and Llorcal, 2002; Kari et al., 2007b; Barello and Lévesque, 2008} [Klusemann and
Svendsen, 2010; (Cojocaru and Karlsson, 2010; [ElI-Mourid et al., 2012} [Pahlavanpour et al.,
2013 Moussaddy et al., [2013b). The method consists of meshing a unit cell and computing
the local fields when it is submitted to an external load. Despite its robustness, FEM cannot
be fully automated since the meshing operation usually requires user input, especially for
fibers with high volume fractions and/or aspect ratios.

Moulinec and Suquet| (1998)) have proposed an alternative technique based on Fast Fourier
Transforms (FFT). The technique consists of discretizing the microstructures into voxels and
solving, in each voxel, the constitutive law in Fourier space. The main advantage of this
approach is that it does not require meshing, and therefore has the potential to be completely

automated. The details of this technique can be found in (Ghossein and Levesque, 2012).

7.4 Computation of load independent properties for a single microstructure

Load independent properties related to first and second order moments have been defined
in Section [7.3.1] The following section describes how these properties were computed numer-
ically for a single microstructure. It should be noted that local stress and strain fields were

computed in this study using the FFT-based technique.
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Figure 7.1 Generation and discretization of a single microstructure on a grid of 256 x 256 x 256
voxels. Number of prolate fibers = 45. Volume fraction = 20%. Aspect ratio = 10. (a)
Generated microstructure. (b) Discretized microstructure.

7.4.1 Generation and discretization of a random microstructure

Each microstructure was randomly generated by using the molecular dynamics algorithm
proposed by (Ghossein and Levesque| (2013)). Each microstructure was then discretized into
N x N x N cubic voxels, each of which had 9 points evenly distributed. The stiffness tensor

of each voxel, denoted by C(x,), was obtained by adopting the following rules of arbitration:

C; if 5 points or more belonged to a fiber
C(x,) = (7.10)
C, otherwise

Figure shows an example of a generated random microstructure containing 45 prolate
ellipsoidal fibers with an aspect ratio of 10 and a volume fraction of 20%. The aspect ratio
of an axisymmetric ellipsoidal fiber is defined as the ratio between the length of its radius
along the symmetry axis and the length of its equatorial radius. Figure shows the

discretization of the same microstructure on a grid of 256 x 256 x 256 voxels.

7.4.2 Load independent properties related to the first order moments

Assuming that the generated microstructure is isotropic , A is also isotropic and can be
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written as:
Ay =aJ+ pK (7.11)
Therefore, Eq. (7.4a)) becomes:
<e> =(aJ+pK):E=aJ :E+K:E (7.12a)
Then
1 00
(E11 + Eogp + E33)
<eE>y =0 5 010
0 01
5 2E11 — Fop — Es3 3Eq2 3E13
+ 3 3E15 2Es — Eq; — Eg33 3E,3 (7.12b)
3Eq3 3FEo3 2F33 — Eq1 — Ego

A unit macroscopic axial strain field was applied along the first principal direction (i.e.,
E;; = 1fori = j =1 and E;; = 0 otherwise). Let e be the intra-fiber first moment of
strains obtained under this specific loading, i.e., the average of the strain field over all the
voxels belonging to the fibers. Since the microstructure was assumed to be isotropic, the

intra-fiber average shear strains were almost null (i.e., »ssz ~ 0 for i # 7). Therefore, Eq.

(7.12b)) becomes:

el, 00 100 p 2 0
0 b, 0 :%010 g0 -1 0 (7.13)
0 0 el 00 1 0 0 —1
a and f can be deduced from Eq. (7.13)):
o = el +eb, el (7.14a)

t ely + el

B = en 5 (7.14b)

Given that the microstructure was almost isotropic, the same values of  and g would have
been obtained if the macroscopic strain field was applied along the second or third principal
direction. Indeed, a maximum variation of 0.6% was observed between two different principal

directions, for both o and f.
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7.4.3 Load independent properties related to the second order moments

Writing the effective tensors as:

C = 3iJ + 27K (7.15a)
~ 1, 1,
S=gr T+ 50 'K (7.15b)

the first-order derivatives that appear in Eqgs. (7.9) become:

oC o ofi

e = 3 (MJ + 2 8mK (7.16a)
oC % ofi

= 2K .16b
O BaﬂiJ - O (716b)
Q 1 ~—1 1 ~—1
05 _ LOn y . Lon g (7.16¢)

Okt 3 8@_1 2 8&[1

(2

a8 107 105!
-, R L °¢ (7.16d)
O 3 0p; 2 0p;

7

In this study, only the derivatives that appear in Eqs (7.16¢|) and (7.16d)) were computed
since the derivatives in Eqs (7.16al) and (7.16b|) can be easily deduced. Indeed, using the

chain rule, one can show that:
dy dy oy~ t\ [Ox!
oxr  \Ooy! Ox—1 ox
Oy~ 1 y € {F, i}
— (a2 _ ;
= (—¢?) <8x—1> ( > with (7.17)

x? S {Hulﬁi}
_ (yY oy
N x /) Ox~1

Define ¢Y as:

oy~!
0y = 7.18
=20 (718)
The evaluation of Egs. ((7.16¢|) and (7.16d)) therefore required computing:
w  Or! i opt Or! i ot
Ki aﬁi—l ) Ki al{i—l ) wi aMZ—l ) wi aMZ—l

These derivatives were obtained numerically as follows. First, the FFT-based algorithm

was implemented for computing the effective properties of a single microstructure. The
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algorithm took as inputs the phases moduli and outputted the effective moduli (see (Ghossein
and Levesque, |2012) for more details about this algorithm). It can be represented by a black-

box function, such as:
[75*1, ;1*1} - ]—“(m;l, ﬂgl) (7.19)
The derivatives were then computed according to a second order central finite difference

scheme:

]—"(m;l + h, u;l) — .7:(5;1 — h, ugl)

[551_, 551} - o (7.20a)
[55“ 55{} B J—“(n;l, pt + h) Q—h}“(m;l, it — h) 7200)

where h is the modulus step. It was found after trials and errors that h = 10~* provided
accurate and converged results.

According to Egs. , the FFT-based algorithm had to be called 8 times in total
(4 times per phase) in order to compute the load-independent derivatives for a single mi-

crostructure.

7.4.4 Convergence in terms of number of voxels

Let ® be a vector containing the load-independent properties that have been defined and
computed in the previous sections:
P UK TR TG T g

@z{a,ﬁ oF o7 o7 5ﬁ} with i€ {1,2} (7.21)

The procedure for computing  was repeated for an increasing number of voxels until

convergence. Starting with N = 32, the value of N was doubled until the following inequality

(I)2N _ (I)N
max | —x— < 0.02 (7.22)

was satisfied:

where ® refers to the set of properties computed with N3 voxels. A tolerance of 2% was

used as a convergence criterion.

7.5 Validation campaign

7.5.1 Studied microstructures

A wide range of mechanical and geometrical properties was studied for randomly ori-
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Table 7.1 Studied combinations of aspect ratios and volume fractions for prolate and oblate
fibers.

. Volume fractions (%)
Aspect ratios
Prolate fibers Oblate fibers

1 {10, 20, 30, 40, 50}
2 {10, 20, 30, 40, 50} {10, 20, 30, 40, 50}
5 {10, 20, 30, 40} {10, 20, 30}
10 {10, 20} {10, 20}
20 {10} {10}

ented and distributed isotropic ellipsoidal fibers into an isotropic matrix. Prolate and oblate
ellipsoidal fibers with different aspect ratios and volume fractions were considered. All com-
binations of geometrical properties are summarized in Table [7.1}

For each combination of volume fraction and aspect ratio, the mechanical properties

contrast p = 2 = % was varied and took the values of {1, 10, 50, 100}.

7.5.2 Representative Volume Element determination

The load-independent properties were evaluated as follows. For each combination of
contrast, aspect ratio and volume fraction, the size of the Representative Volume Element
(RVE) was determined according to the methodology of |Kanit et al| (2003)). For the same
number of represented fibers, ® was computed for several random realizations. The number
of simulations n was considered sufficient when the half width of a 95% confidence interval

over each item of ® was less than 2% of the corresponding property average, as per:

™!, S
max =27 <002, n>6 (7.23)

® d\/n
where T is the Student distribution quantile with (n — 1) degrees of freedom, (1 — «) is the
confidence level (i.e., 1 —a = 0.95) and Sg is an estimate of the standard deviation of ®.
The procedure was repeated for an increasing volume element size (or number of fibers).
Starting with volume elements having the same size as the RVE obtained by |Ghossein and
Lévesque, (2014) when computing the effective moduli k¥ and g (for the same combination
of contrast, aspect ratio and volume fraction), 15 fibers were added between each volume

element size. The RVE was reached when ® converged with less than 2% variation from one
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volume element size to the next.

7.6 Results and discussion

The numerical predictions of the intraphase first and second order moments were com-
pared to the predictions of the dilute solution of Eshelby (Eshelby), the model of Mori-
Tanaka, the self-consistent scheme (SCS), Lielens’ model and the model of Benveniste
(MT/Benveniste). The numerical results were interpolated using a MATLAB built-in cu-
bic spline interpolation. Results are only shown for the case of prolate fibers since similar
predictions were obtained for oblate fibers. For all cases, x; and j; were set to 1 and contrast

p was varied from 1 to 100.

7.6.1 Prediction of the intra-fiber first order moments

Figure shows the predictions of the spherical and deviatoric components of the local-
ization tensor A, (« and 3, respectively) for a volume fraction of 10% and an aspect ratio of
1 (spherical particles). Every analytical model provided accurate predictions for both com-
ponents, even for high mechanical properties contrasts. The difference between numerical
and analytical predictions is negligible. However, significant discrepancies were observed for
volume fractions of 50%. It can be seen in Figure that the dilute solution of Eshelby
underestimates a and 8 while they are overstimated by the SCS. It seems that neither model
is suitable for predicting the intraphase first order moments for composites with high fibers
volume fractions. For low contrasts (i.e., p < 10), MT and MT/Benveniste models deliver
the most accurate predictions. For high contrasts (i.e., p > 10), Lielens’ model is the most
accurate.

Figure 7.4 shows the results for an aspect ratio of 20 and a volume fraction of 10%. In the
studied range of contrasts, all analytical models deliver accurate estimates for a and . The
SCS deviates slightly from the numerical predictions when p > 10. However, its accuracy
remains acceptable, even when p = 100.

From the results shown in Figures [7.2] [7.3] and [7.4] it seems that the fibers volume
fraction is the most influent parameter on the analytical models accuracy when predicting
the intraphase first order moments. Indeed, when the volume fraction is low (i.e., 10%),
the analytical homogenization models provide accurate estimates for o and 3, even for high
aspect ratios and contrasts. Moreover, independently of the fibers aspect ratio and volume
fraction, MT and MT /Benveniste estimates are the closest to the numerical predictions when

p < 10, while Lielens’ model has the highest accuracy when p > 10.
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7.6.2 Prediction of the intra-matrix second order moments

Figure [7.5| shows the predictions for 67 , ¥ 551 and 551 for spherical particles with a

K1 K1?
volume fraction of 10%. For p < 10, every model predicts accurately 551 and 551, except the
dilute solution of Eshelby (Figures [7.5a and [7.5b)). For p > 10, only the SCS and Lielens’

model provide acceptable estimates for 551 and 551. It is important to note that (5,’31 is

negligible when compared to 551 (551 ~ 100 5,’31). The same behavior is observed in Figures
and |7.5d| Indeed, (551 follows a similar trend as 6,‘31, while 551 and 5;’51 have the same
tendency. The only difference is that the SCS is slightly more accurate than Lielens’” model
when predicting 55 | for high contrasts (p > 10).

For an aspect ratio of 1 and a volume fraction of 50%, Figure [7.6| shows that the SCS
underestimates (551, (551,
o% , the predictions of MT and MT/Benveniste are the most accurate when p < 10. When
p > 10, Lielens’ model delivers the most accurate predictions. For 551 (Figure , it seems

that the dilute solution of Eshelby is the closest to the numerical predictions. However, for

and (551, while they are overstimated by Lielens’ model. Except for

the same range of contrasts, the values of 5,’31 are low when compared to those of 551, 551,
and o}, . Therefore, the contribution of % in the evaluation of the intra-matrix second order
moments is negligible when compared to the contribution of the other derivatives.

Figure shows that every analytical model predicts accurately the four derivatives when
p < 10, for ellipsoidal particles with an aspect ratio of 20 and a volume fraction of 10%. For
high contrasts, the SCS deviates from the numerical solution, especially for 551 and 551. The
accuracy of the other models remains acceptable, Lielens” model being the most accurate.

As observed for the first order moments, the homogenization models accuracy is more
sensitive to the fibers volume fraction than to their aspect ratio when predicting 551, 5,‘31, 651
and ¢}, . For low contrasts, MT and MT/Benveniste are the most suited models to predict
the intra-matrix second order moments. For high contrasts, it seems that Lielens’ model

provides the most accurate estimates.

7.6.3 Prediction of the intra-fiber second order moments

Figure shows the numerical and analytical estimates for 552, 5,’32, 552 and 552 for a
volume fraction of 10% and an aspect ratio of 1. Every analytical model provided accurate
predictions when p < 10, except the dilute solution of Eshelby, for (552 and (552. No analytical
model predicts accurately 47, and 4% when p > 60 and p > 20, respectively. However, in
both cases, the predictions of the SCS are the closest to the numerical solution. It should
be noted that all models reached a plateau for high contrasts, which is not the case for the

numerical solution. On the other hand, according to Figures [7.80 and [7.8d, only the SCS
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estimates accurately (5,’32 and (552 when p < 10. For all other models, (5,’32 = (552 ~ 0 for the
studied range of contrasts. However, the SCS deviates from the numerical predictions when
p > 20, but remains the most accurate among the studied models.

When the volume fraction of the spherical particles reaches 50%, Figures and
show that MT and MT/Benveniste models are the most accurate for predicting 552 and 552
when p < 10. Nevertheless, the estimates of the SCS and Lielens’ model are still within
acceptable margins. For higher contrasts, all analytical models reached a plateau, except the
SCS. The latter follows the same trend as the numerical solution and is the only model that
provides acceptable estimates of 552 and 552. The same observation can be made in Figures
and . It can be seen that the SCS provides the most accurate predictions of 552 and
d,,, among all the studied models.

When the fibers aspect ratio reaches 20 (with a volume fraction of 10%), all analytical
models except the SCS predict the four derivatives with a high accuracy and for the entire
range of mechanical properties contrasts. Among these models, Lielens’ is slightly the most
accurate. The SCS predictions for 6% , 67

K2? YK

d,, and 4} are acceptable for p < 40. Significant

discrepancies are observed when p > 40.

According to these results, and as observed in Sections [7.6.1] and [7.6.2] the influence of

the fibers aspect ratio on the analytical models accuracy is negligible when compared to that
of the fibers volume fraction. Moreover, for fibers with low aspect ratio, the SCS seems to
be the most suitable model to predict the intra-fiber second order moments. This is valid for
the entire range of volume fractions. For ellipsoidal particles with high aspect ratio, Lielens’

model provided the most accurate estimates.

7.6.4 Prediction of the stress fields using the interpolation model

The objective of this section is to evaluate the accuracy of the interpolation model at
predicting the stress fields in a composite subjected to a given complex loading. Two com-
posites were studied. The first (composite A) was reinforced with ellipsoidal fibers having
an aspect ratio of 3 and a volume fraction of 35%. The mechanical properties contrast was

p = 80. In the second (composite B), the fibers had an aspect ratio of 15 and a volume

Table 7.2 Mechanical and geometrical properties of composites A and B.

Number of fibers Volume fraction Aspect ratio Contrast p

Composite A 90 35% 3 80
Composite B 120 15% 15 40
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fraction of 15%. For this composite, p = 40. For each composite, the size of the RVE was
determined according to the methodology described in Section [7.5.2] It was found that the
RVE of composite A contained 90 fibers while that of composite B contained 120 fibers. The
properties of both composites are summarized in Table [7.2]

A complex loading was represented by a macroscopic strain field. It was randomly chosen

and is given by:

3 -5 —2
E=|-5 1 2 (7.24)
—2 2 05

The intraphase stress fields were computed numerically. A microstructure having the
same size as the RVE was randomly generated for each composite, namely microstructures
A and B. The stress fields were computed with the FFT-based technique and the first and
second order moments were simply deduced in each phase (i.e., < & >M™ and < oo >M",
where “num” stands for “numerical”).

The intraphase first and second order moments of the stress fields were also determined
analytically, as follows. First, the load-independent properties ® were computed for each
composite by using the interpolation model. Ay was computed using Eq. and A; was
deduced from Eq. . Knowing A; and A, the first moment of stress in each phase was
computed as:

<o >M"=0C;: (AZ- : E) (7.25)

where “ana’” stands for “analytical”.
In a second step, the intraphase second moment of stresses was computed using Eq.(7.7b)),
which can be written as (see Appendix :

1 1({ 36% 207 1{ 36" 26"
<amn®aop>ana:f2: —( AL “Z>J+—< o “’)K ¥ (7.26)

i
Ci 3 J mnop Kmnop 2 J mnop Km'rwp

where X is the macroscopic stress that can be deduced from the applied macroscopic strain
E and the effective stiffness tensor C (see Eq. (7.14). C was computed by using the
interpolation model developed in (Ghossein and Lévesque, 2014), which provides the effective
moduli for any given combination of mechanical properties contrast, fibers volume fraction
and aspect ratio.

Knowing the first and second order moments in each phase, it was possible to obtain the
mean (M;) and covariance (V;) tensors of the intraphase stress fields, both numerically and

analytically:
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Table 7.3 Relative errors (in %) between the mean (M;) and covariance (V;) tensors obtained
numerically for microstructures A and B and those predicted analytically by the interpolation

model.

Error on M; (em;) Error on V; (ev,)
‘ Matrix L.7% 2.0%
Microstructure A
Fibers 1.5% 2.1%
. Matrix 1.3% 2.6%
Microstructure B
Fibers 1.9% 2.3%
M?um/ana - <o >§1um/ana (727&)
Vr'lum/ana — <oQ0 >num/ana <o >?um/ana ® <o >?um/ana (727b)

7 7

Table [7.3] provides the relative errors between tensors M; and V; obtained numerically for
microstructures A and B and those predicted analytically by the interpolation model. This

eIrrors were Computed as:

Mnmunn/li B M?I?r?/i
M, = max (7.28a)
P [maye{123) M
&unlf)lp/ i ?I?I?Op/ i
o 7.28b
Vi T men) e 123} Vinop/i ( )

where €y, and ey, denote the relative error for tensors M; and V;, respectively.

Table [7.3] shows that the interpolation model predicted accurately the intraphase stress
fields for both microstructures. Indeed, the maximum error on tensor M; was 1.9% while
that on tensor V; was 2.6%.

Although one complex loading and two microstructures were considered in this study, it
should be noted that similar results were obtained for any loading and for any microstructure

within the studied range of mechanical and geometrical properties.

7.6.5 Effect of Poisson’s ratio on the analytical models accuracy

The validation campaign was performed by fixing == ﬁ In this case, fibers and matrix
have the same Poisson’s ratio, which is not representative of real composites. Two new com-
posites of varying Poisson’s ratios were studied so as to cover a range of potentially realistic

applications. The first composite (composite C) was reinforced with ellipsoidal particles hav-
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ing an aspect ratio of 2 and a volume fraction of 50% (fibers with high volume fraction) while
the second composite (composite D) was reinforced with ellipsoidal particles having an aspect
ratio of 20 and a volume fraction of 10% (fibers with high aspect ratio). For both composites,
the mechanical properties contrasts were fixed as follows: po/p; = 131.8, k1 /1 = 9.7 and
Ko/p1 = 120.8. These values were chosen so that fibers and matrix had a Poisson’s ratio of
0.1 and 0.4, respectively.

The load independent properties were computed numerically and compared to the analyt-
ical models predictions for both composites and the relative error induced by each analytical

model was determined as follows:

ana num

p—-p

pnum

Ep:

(7.29)

where p denotes one of the load independent properties included in ®. The obtained results
are shown in Tables and respectively for composites C and D. The relative errors

are rounded to the unit.

Tables [7.4a] and [7.4D] show that Lielens’ is the most accurate model to predict the first

order moments as well as the intra-matrix second order moments, for both composites C and

D. By assuming that 5,’21 is negligible when compared to the other derivatives (see Section
7.6.2)), the maximum error induced by Lielens’ model was 10%. These results agree well
with those obtained in Sections [7.6.1] and [7.6.2] where it has been shown that Lielens’ is the

most suitable model for predicting the first order moments and the intra-matrix second order

moments for high mechanical properties contrasts.

Table 7.4a Relative error (in %) induced by each analytical model when predicting the first
and second order moments of ellipsoidal particles reinforced composites. Aspect ratio = 2.
Volume fraction = 50%. Mechanical properties: po/p; = 131.8, k1/p1 = 9.7, ko /1 = 120.8.

First order Intra-matrix Intra-fiber

Models moments second order moments second order moments
@ Ié] (551 5,’21 651 551 552 552 (552 (552
MT 6 5 18 15 38 24 43 100 100 63
MT /Ben. 6 5 18 15 38 24 43 100 100 63
SCS 94 95 98 76 73 82 22 9 11 24
Lielens 3 4 6 31 8 8 36 100 100 58
Eshelby 24 21 221 12 98 166 70 100 100 79
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Table 7.4b Relative error (in %) induced by each analytical model when predicting the first
and second order moments of ellipsoidal particles reinforced composites. Aspect ratio = 20.
Volume fraction = 10%. Mechanical properties: po/p; = 131.8, K1/ = 9.7, ko /11 = 120.8.

First order Intra-matrix Intra-fiber

Models moments second order moments second order moments
Q@ B (551 5,’21 551 551 552 (552 (552 552
MT 4 3 5 13 12 4 7 7 8 7
MT /Ben. 3 3 4 11 11 4 7 6 8 7
SCS 14 16 72 58 62 48 27 41 40 49
Lielens 2 2 3 9 10 4 6 4 6 6
Eshelby 7 ) 6 15 16 6 9 9 9 9

Tables and show that the SCS provides the most accurate predictions for the
intra-fiber second order moments in composite C, with a maximum error of 24%. Lielens’
model delivers the most accurate estimates with a maximum error of 6% for the same quanti-
ties in composite D. These results are consistent with those obtained in Section[7.6.3] Indeed,
the SCS has the highest accuracy when the fibers aspect ratio is low (e.g., composite C) while
Lielens’ is the most suitable model for fibers with high aspect ratio (e.g., composite D).

Thus, the same conclusions were obtained even if fibers and matrix had significantly

different Poisson’s ratios.

7.7 Conclusion

The main conclusions of this study are:

® The accuracy of analytical homogenization models is more sensitive to the fibers
volume fraction than to their aspect ratio when predicting the first and second order

moments.

® For low mechanical properties contrasts, MT and MT /Benveniste are the most suit-
able models to predict the first order moments as well as the intra-matrix second
order moments. Lielens’ model provides the most accurate predictions for high con-

trasts.

® The predictions of the SCS are the most accurate at predicting the intra-fiber second
order moments in the investigated range of contrasts and volume fractions, provided

that the fibers aspect ratio is low. For fibers with high aspect ratio, Lielens” model
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has the highest accuracy among the studied models.

Moreover, an interpolation model has been developed. This model delivers accurate
estimates of the mean and covariance tensors of the intraphase stress fields, and that for

any microstructure subjected to a complex loading.
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Appendix 7.A Demonstration of Equation ([7.26))

Eq. (7.7b)) can be written as:
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<O @ Opp > = =21 o 1 2
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Since:
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- 3/4: 2/”’ )
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8S 1 or! 1 ot
_LoR 1 ot

aSmnop/i g aSm’rwp/i 5 aSmnop/i

_ LfoR osrt ORT opt g
a 3 (‘9/{;1 8Smnop/i a,uz—l asm’fwlp/i

Lot onTt ot op
1 “71 R; + Iu,1 M K
2 8/12- asmnop/i a/% aSmnop/i

Wl =

~ 8/{4_1 ~ alu._l
oF O g Ol g
< ! asmnop/i i aSmnOP/i )

1. 0Ok! = Ou;t
Rl I 7 e TR | 7o
* 2 ( " aSmnop/i * e 8Smnop/z')

Since:
Okt 3
1 1 aSmnop/i Jmnop
Smno /i — _H; Jmno + _N;IKmno —
P 3 P 9 P aﬂ;l 9

Eq. (7.32¢)) becomes:
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Therefore, Eq. (7.30) can be written as:
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(7.30)

(7.31)

(7.32a)

(7.32b)

(7.32¢)

(7.33)

(7.34)
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J mnop Kmnop J mnop Kmnop

1 1{ 36% 207 1( 36" 207
< O, @ Opp > = — 20 5( By ”Z>J—|—§( L4 ’“)K ;¥ (7.35)
C;

which corresponds to Eq. ([7.26)).
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Figure 7.2 Comparison between the intra-fiber first order moments obtained with the numer-
ical tool (NT) and those predicted by the analytical models: Mori-Tanaka (MT), Benveniste
model (MT/Benveniste), self-consistent scheme (SCS), Lielens and the dilute solution of Es-
helby (Eshelby). Volume fraction = 10%. Aspect ratio = 1 (prolate ellipsoids). x; = p; = 1.
(a) Spherical component of tensor Ay («). (b) Deviatoric component of tensor As (3).
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Figure 7.3 Comparison between the intra-fiber first order moments obtained with the numer-
ical tool (NT) and those predicted by the analytical models: Mori-Tanaka (MT), Benveniste
model (MT/Benveniste), self-consistent scheme (SCS), Lielens and the dilute solution of Es-
helby (Eshelby). Volume fraction = 50%. Aspect ratio = 1 (prolate ellipsoids). x; = p; = 1.
(a) Spherical component of tensor Ay («). (b) Deviatoric component of tensor As (3).
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Figure 7.4 Comparison between the intra-fiber first order moments obtained with the numer-
ical tool (NT) and those predicted by the analytical models: Mori-Tanaka (MT), Benveniste
model (MT/Benveniste), self-consistent scheme (SCS), Lielens and the dilute solution of Es-
helby (Eshelby). Volume fraction = 10%. Aspect ratio = 20 (prolate ellipsoids). k1 = g = 1.
(a) Spherical component of tensor Ay (). (b) Deviatoric component of tensor A, (3).
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Figure 7.5 Comparison between the intra-matrix second order moments obtained with the
numerical tool (NT) and those predicted by the analytical models: Mori-Tanaka (MT), Ben-
veniste model (MT/Benveniste), self-consistent scheme (SCS), Lielens and the dilute solu-
tion of Eshelby (Eshelby). Volume fraction = 10%. Aspect ratio = 1 (prolate ellipsoids).
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Figure 7.6 Comparison between the intra-matrix second order moments obtained with the
numerical tool (NT) and those predicted by the analytical models: Mori-Tanaka (MT), Ben-
veniste model (MT/Benveniste), self-consistent scheme (SCS), Lielens and the dilute solu-
tion of Eshelby (Eshelby). Volume fraction = 50%. Aspect ratio = 1 (prolate ellipsoids).
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Figure 7.7 Comparison between the intra-matrix second order moments obtained with the
numerical tool (NT) and those predicted by the analytical models: Mori-Tanaka (MT), Ben-
veniste model (MT/Benveniste), self-consistent scheme (SCS), Lielens and the dilute solu-
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Figure 7.8 Comparison between the intra-fiber second order moments obtained with the
numerical tool (NT) and those predicted by the analytical models: Mori-Tanaka (MT), Ben-
veniste model (MT/Benveniste), self-consistent scheme (SCS), Lielens and the dilute solu-
tion of Eshelby (Eshelby). Volume fraction = 10%. Aspect ratio = 1 (prolate ellipsoids).
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Figure 7.9 Comparison between the intra-fiber second order moments obtained with the
numerical tool (NT) and those predicted by the analytical models: Mori-Tanaka (MT), Ben-
veniste model (MT/Benveniste), self-consistent scheme (SCS), Lielens and the dilute solu-
tion of Eshelby (Eshelby). Volume fraction = 50%. Aspect ratio = 1 (prolate ellipsoids).
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Figure 7.10 Comparison between the intra-fiber second order moments obtained with the
numerical tool (NT) and those predicted by the analytical models: Mori-Tanaka (MT), Ben-
veniste model (MT/Benveniste), self-consistent scheme (SCS), Lielens and the dilute solu-
tion of Eshelby (Eshelby). Volume fraction = 10%. Aspect ratio = 20 (prolate ellipsoids).
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CHAPTER 8

GENERAL DISCUSSION

8.1 Clarification on some aspects

Following the jury’s comments, this section aims to provide further clarification and ex-
planations on the difference between exact solution and numerical solution as well as on the

validation of homogenization models using experimental data.

8.1.1 Exact solution vs numerical solution

An exact solution of a physical problem can be obtained only in simple cases (simple mi-
crostructures and boundary conditions). For the case of randomly distributed and oriented
fibers reinforced composites, it is not possible to obtain the exact solution for the effective
properties. Therefore, a numerical model should be used. It can be shown that once the
convergence is reached, the numerical solution approaches the exact solution within an ac-
ceptable tolerance for engineering applications. Since the difference between both solutions
is relatively low, it is possible to consider the numerical solution as an exact solution and
use it as a benchmark for computing the accuracy of analytical models. However, from a
mathematical point of view, a numerical solution is not an exact solution. It would therefore
be more appropriate to use the term “accurate solution” or “converged solution” to designate

the numerical solution.

8.1.2 Validation of homogenization model using experimental data

To validate an analytical model, one should compare its predictions to experimental ob-
servations. However, analytical homogenization models studied in this thesis rely on certain
assumptions including;:

® The fibers are perfectly ellipsoidal,
® The fibers orientations distribution is perfectly random:;
® The fibers are perfectly bonded to the matrix (perfect interphase).
In an experimental model, it is not possible to guarantee that these assumptions are

met. For instance, the fibers may not be perfectly ellipsoidal and randomly oriented into

the matrix. Therefore, comparison between analytical models and experimental observations
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could led to erroneous conclusions. In this case, a numerical model would be more appropriate
to establish comparisons and conclusions since it can reproduce the same assumptions made
for analytical models.

The word “validation” may bring confusion in this thesis since no experimental data were
used. To avoid any ambiguity, it should be noted that by “validating a model”, the author’s
main objective was to compute its accuracy and validity domain in terms of mechanical

properties contrasts, fibers volume fraction and fibers aspect ratio.

8.2 The most suitable analytical homogenization model

This study presented a rigorous and comprehensive evaluation of the performance of
analytical models at predicting the effective mechanical properties and local field statistics
of randomly distributed and oriented ellipsoidal particles reinforced composites, for a broad
range of phases mechanical properties, fibers volume fractions and aspect ratios.

For the specific case of spherical particles reinforced composites, it has been shown that
Lielens’ model delivers the most accurate predictions of the effective moduli, provided that the
spheres are completely stiffer than the matrix (i.e., ko > k1 and ps > pq). If the particles are
not completely stiffer than the matrix, the self-consistent scheme is the most accurate model
for low spheres volume fractions (i.e., < 20%). For higher volume fractions, the generalized
self-consistent model provides the most accurate estimates.

For the general case of ellipsoidal fibers, Lielens’ is the most accurate homogenization
model for predicting the effective properties, provided that the fibers are completely stiffer
than the matrix. Otherwise, the model of Benveniste could be an alternative to the Lielens’
model, especially when predicting the effective shear modulus of microstructures with high
ellipsoids aspect ratios.

On the other hand, it was found that none of the tested analytical models predicts ac-
curately the local field statistics for the whole investigated range of phases mechanical and
geometrical properties. Regarding the first order moments and the intra-matrix second order
moments, the Mori-Tanaka model and the Benveniste’s model have the highest accuracy for
low rigidity contrasts while Lielens’ is the most accurate model for high contrasts. As to the
intra-fiber second order moments, the self-consistent scheme is the most suitable model for
fibers with low aspect ratios whereas Lielens’ model provides the most accurate estimates for
fibers with high aspect ratios.

The results obtained in this thesis highlighted the fact that no analytical homogenization
model stands out of the others as being more accurate over the investigated range of mechan-

ical properties contrasts, fibers volume fractions and aspect ratios. However, if a single model
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was to be chosen for predicting the effective properties and the local field statistics of ellip-
soidal fibers reinforced composites, this study suggests that it should be Lielens’ model. Al-
though it is a simple nonlinear interpolation between the Hashin-Shtrikman-Walpole bounds,

it was found that Lielens’ model provides the most accurate predictions in most cases.

8.3 The interpolation models

All numerical results generated during this project were saved into a database. Approxi-
mately, 1800 different ellipsoidal fibers reinforced composites were studied. These numerical
results were used to build two interpolation models. The first model predicts the effective
properties while the second model predicts the local field statistics. These interpolation
models can be seen as a substitute to analytical homogenization models. Their numerical
execution is as quick as analytical models but their accuracy is the highest published so far,
provided that the properties of the phases are within the investigated range of mechanical

and geometrical properties:

® A phases mechanical properties contrast between 1 and 100;

® A fibers volume fraction between 0% and 50%;

20\?< T T T
N =/~ Prolate Ellipsoids
\‘\ -—e—(Oblate Ellipsoids
A\
\
A\
N

8 \
E B
g v ‘
& S
< \'\'

5¢ W< S Vo 1

, Investigated Range N T~

| ]

10 20 30 40 50

Volume fraction (%)

Figure 8.1 Investigated range of geometrical properties for prolate and oblate ellipsoidal fibers:
ellipsoids aspect ratio as a function of the ellipsoids volume fraction.
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©® A fibers aspect ratio between 1 and 20 (prolate or oblate fibers).

More specifically, the investigated range of geometrical properties is illustrated in Figure 8.1}
for both prolate and oblate ellipsoidal particles. The figure shows the ellipsoids aspect ratio

as a function of the ellipsoids volume fraction.

8.4 A fully automated numerical tool

Besides the validation of analytical homogenization models, this project led to the de-
velopment of a fully automated numerical tool able to compute accurate local fields and
effective properties of linearly isotropic composites reinforced by randomly distributed and
oriented ellipsoidal fibers. The user inputs the phases mechanical properties, the fibers vol-
ume fraction, the fibers aspect ratio as well as the confidence level (for computing confidence
intervals). The numerical tool generates random microstructures representatitve of the stud-
ied composite and computes the effective properties and local field statistics using a rigorous

RVE determination process. More specifically, the numerical tool can:

®» Compute the mechanical properties as well as the stress and strain fields of a single
microstructure submitted to a given loading. The microstructure can be either gen-

erated randomly or provided by the user by specifying the position and orientation

of each fiber.

®» Compute the effective mechanical properties and local field statistics of a given
composite. The tool generates as many microstructures required to reach the RVE.
Convergence analysis in terms of number of realizations and volume element size
is performed automatically. The tool outputs the required properties with their

confidence interval.

This numerical tool can be used by other researchers who wish to compute the effective

properties of specific composites and/or validate their homogenization models.
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CHAPTER 9

COMPLEMENTARY WORK: EXTENSION TO THE CASE OF
CYLINDRICAL FIBERS

This chapter presents the modifications that should be made in the numerical tool to
deal with cylindrical fibers reinforced composites. The only difference lies in the random
generation process since the technique for computing the effective properties and local field
statistics remains the same. In the following, two molecular dynamics algorithms are pro-
posed. The first algorithm generates randomly distributed unidirectional cylindrical fibers

while the second algorithm generates randomly distributed and oriented cylindrical fibers.

9.1 Randomly distributed unidirectional cylindrical fibers

The algorithm is based on that proposed in Chapter ] The cylinders are generated in
a cube of side L oriented along the ejeses-axes. It is assumed that the cylinders remain
parallel during the simulation and their longitudinal axis is oriented along the es-axis. At
each step of the simulation, each cylinder A has the following parameters: a position vector
(r4), a velocity vector (v?), a radius (R“) and its growth rate (R3), a length (I4) and its
growth rate (I3'). The ratio [{'/(2R4') must be equal to the aspect ratio provided by the user.

Three subroutines need to be modified: computation of binary collisions (Algorithm |4.2)),
computation of collisions with the cell faces (Algorithm and update of post-collision
particles velocities (Algorithm 4.4)).

9.1.1 Computation of binary collisions

Let A and B be two cylinders in space. Two types of binary collisions can occur: an
out-of-plane collision, i.e., along the es-axis, and an in-plane collision, i.e., in the e;es-plane.
Two parameters §; and d; must be computed, both being a function of the time ¢. The first

is the distance between the two cylinders in the e;es-plane. It is calculated as follows:

0i(t) = \/ (400 = 721 + (041 - UB[1])t)2 + (rA[3] - 72[3] + (v4[3) - UB[:;])t)Q
- (RA + BB+ (R + Rgf)t) (9.1a)

where r4[k] and vA[k] refer respectively to the k™ term of vectors 74 and v#. J, represents
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the distance between the two cylinders along es-axis. It is given by:

(9.1b)

A B A B
52(t) = rA[Q] _,,nB[z] + (UA[Q] _/UB[Q])t‘ _ (l +1 —|—2<lo +l0)t>

The next collision time between cylinders A and B is the smallest positive value . such
that d1(t.) < 0 and d5(t.) < 0. To find the time ., the roots of d;(t) and d5(t) should be
computed first, i.e., find ¢; and ¢y such that d;(¢;) = 0 and d(t3) = 0. If the quadratic
equation 01 (¢;) = 0 has no solution, there will never be a collision between the two cylinders.
Otherwise, if ¢; exist, three cases must be considered. If t; > t5 and d2(¢1) < 0, an in-plane
collision occurs at time t, = t;. If t; < t5 and §;(¢2) < 0, an out-of-plane collision occurs at

time t. = t5. In all other cases, there is no collision between the cylinders.

9.1.2 Computation of collisions with the cube cell faces

For each cylinder A, a collision time with each cube face should be calculated. The six

collision times are obtained as follows:
1
( (M[% - RA> (Rg‘ — A2k — 1]) k={1,2} (e1=0,e;5=0)

(£~ rA2k — 5]~ B) (B¢ +v4[2k 5])_1 E={3.4) (e1=1,es=1L)
9.2)

~
o
I

<7’A[2] - zA/2> (zé/z - UA[2]>_1 PR (2= 0)

(L — A — zA/z) (la“/2 + UA[Q]) k=6 (e2=1L)

\

The next collision time between cylinder A and a cube face corresponds to the smallest value
of ¢, obtained from Eq. (9.2).

9.1.3 Velocities update after a binary collision

The update of velocities depends on the type of collision. If an in-plane collision occurs,
the velocities update procedure is the same as for a collision between two circles or spheres (see
Algorithm [4.4). If an out-of-plane collision occurs, only the e;-component of the velocities is
affected. The respective es-components of the two cylinders are exchanged while considering
the length growth rate. The computation of the post-collision velocities is performed as

follows:

VA2 = B2+ (%)M‘B (9.3a)
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A B
VP2 = v [2] - (%)M‘B (9.3b)
where " B
par = A= (9.3¢)
raf2] - 712

It should be noted that v~ and v™ denote respectively the velocities before and after the

binary collision.

9.1.4 Example of a random packing

Figure shows an example of a random packing containing 30 randomly distributed

unidirectional cylindrical particles with an aspect ratio of 6 and a volume fraction of 50%.

9.2 Randomly distributed and oriented cylindrical fibers

Generating randomly distributed and oriented cylindrical fibers using a molecular dynam-
ics algorithm is not obvious. Indeed, computing binary collisions between two particles under
translational and rotational motions is more complex for cylinders than for ellipsoids. This
is due to the fact that the surface gradient of an ellipsoid is continuous, which is not the case

for a cylinder.

Figure 9.1 30 unidirectional cylindrical particles randomly distributed in a periodic unit cell.
Volume fraction = 50%. Aspect ratio = 6.
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It is possible to overcome this issue by generating first a packing containing randomly
distributed and oriented axisymmetric ellipsoidal fibers (prolate or oblate) using the algorithm
developed in Chapter f| Once the simulation is complete, the cylinders particles are then
embedded in the generated ellipsoids. This ensures that there is no overlapping between
the cylinders. However, the bounding ellipsoids must occupy the smallest possible space for
performance matters. In other words, each cylinder must occupy the highest possible volume
in its bounding ellipsoid.

Figure[9.2)shows a 2D representation of a cylinder embedded in an axisymmetric ellipsoid.
The ellipsoid and the cylinder are coaxial. The equation of the ellipsoid in its local coordinate
system Ozyz is given by:

S A (9.4)

where a refers to the length of the ellipsoid’s first semi-principal axis and b refers to the length
of the ellipsoid’s second and third semi-principal axis (axisymmetric ellipsoid).

For a given length [, the cylinder’s cross section corresponds to the ellipsoid’s cross section
at x = [/2. The equation of this cross section can be obtained from Eq. :

l?
v+ 27 = b (1 — @> (9.5)

Y

A
\

A
\/

DI I B

Figure 9.2 2D representation of a cylinder embedded in an axisymmetric ellipsoid. The
ellipsoid and the cylinder are coaxial and Ozyz denotes their local coordinate system (z is
not shown). The maximum volume that the cylinder can have represents approximately 77%
of the ellipsoid’s volume.
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From Eq. (9.5), one can deduce the radius of the cylinder:

12

The volume of the cylinder for a given length [ is expressed as follows:

4a?

V() = nR*l = 7rb2l<1 — ﬁ) (9.7)

The aim is to find the value of [, denoted by [*, for which V() is maximal. This can be
done by finding the value of [ for which the derivative of V(1) is zero:

*2 %2 92
dv() = 7b* <1 ! ) G . 0 — I"= av3 (9.8)
l=1*

dl

4a2 | 2a2 3

The radius, aspect ratio and volume of the optimal cylinder can be deduced from Egs.

©.9. @1 and @-3):

[+ /6
* p— ]_ —_— p— — .
R b 1 3 (9.9a)

I V2a (9.9b)

2R* 20
A W3,
- 4@2) = ——mab (9.9¢)

V= V() = 7bl* (1

Egs. (9.9) state that the aspect ratio of the optimal cylinder is equal to 70.7% (v/2/2) of the
ellipsoid’s aspect ratio. Furthermore, the volume of the optimal cylinder represents 77.0%
(4v/3/9) of the ellipsoid’s volume.

For example, in order to generate randomly distributed and oriented cylindrical fibers
with an aspect ratio of 10 and a volume fraction of 45%, the following methodology should
be adopted. First, a packing containing randomly distributed and oriented ellipsoidal fibers
with an aspect ratio of 14.1 (10 x 2/+/2) and a volume fraction of 58.5% (45 x 9/41/3) must be
generated using the algorithm developed in Chapter 5] Knowing the length of the ellipsoids,
the length and radius of the cylinders can be computed using Egs. and . The
cylinders are then optimally embedded in the generated ellipsoids, so that they have the

desired aspect ratio and volume fraction.
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CONCLUSION AND RECOMMENDATIONS

A through and exhaustive study was performed to validate the performance of analytical
homogenization models at predicting the mechanical behavior of randomly distributed and
oriented ellipsoidal fibers reinforced composites. The validation was performed at two levels.
First, the accuracy of analytical models at predicting the effective mechanical properties was
evaluated. In a second step, this study assessed the performance of analytical models at
estimating the local field statistics, and more specifically the first and second order moments
of stresses and strains.

A fully automated numerical tool was developed. The representative microstructures
were randomly generated using a molecular dynamics algorithm. For the specific case of
spherical particles, the algorithm of Lubachevsky and Stillinger was used. As for the case
of ellipsoidal particles, a new computationally-efficient algorithm was developed since the
available algorithms in the literature have a high computational cost. The originality of the
new developed algorithm lies in the fact that binary collision times between two moving
ellipsoids are computed by simply finding the roots of a nonlinear function. The algorithm
can generate all types of ellipsoids packings (prolate, oblate and scalene) with very high
aspect ratios.

The effective properties and local field statistics of the generated microstructures were
obtained by using a Fast Fourier Transforms (FFT) based technique. A wide range of phases
mechanical properties, fibers volume fractions and aspect ratios was swept, and approximately
1800 different ellipsoidal fibers reinforced composites were studied. For each combination of
phases mechanical and geometrical properties, the size of the Representative Volume Element
(RVE) was determined rigorously.

The predictions of the numerical tool were compared to those of the best known analytical
homogenization models: the dilute solution of Eshelby, the self-consistent scheme, the gen-
eralized self consistent scheme, the Mori-Tanaka model, the Benveniste’s model, the Third
Order Approximation and the Lielens’ model. Comparisons between numerical and analytical
predictions allowed to attribute a validity domain for each analytical model. Furthermore,
the influence of the phases mechanical properties contrast, fibers volume fraction and fibers
aspect ratio on the analytical models accuracy was investigated.

It was found that Lielens’ model delivers the most accurate effective properties predictions,
provided that the inclusions are completely stiffer than the matrix. If this condition is not
met, the self-consistent and the generalized self-consistent schemes are the most accurate

models for the case of spherical particles, respectively for low and high volume fractions. For
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the case of ellipsoidal fibers, the model of Benveniste provides the most accurate estimates,
especially for high aspect ratios.

As for the local field statistics, a novel and original load independent approach was pro-
posed to evaluate the accuracy of analytical models. This approach was based on the compu-
tation of load independent properties directly related to the first and second order moments.
It was found that the Mori-Tanaka and Benveniste’s models provide the most accurate pre-
dictions of the first order moments and intra-matrix second order moments, provided that
the mechanical properties contrast is low. For high contrasts, Lielens’s is the most accurate
model. On the other hand, the self-consistent scheme is the most suitable model to predict
the intra-fiber second order moments, provided that the fibers aspect ratio is low. For high
aspect ratios, Lielens” model delivers the most accurate estimates.

Although no analytical model stands out of the others as being more accurate over the
investigated range of mechanical and geometrical properties, this study suggests that Lielens’
model remains the best suitable model since it delivers the most accurate predictions in most
cases. This study also reveals that the mechanical properties contrast is the most influential
parameter on the analytical models accuracy, followed by the fibers volume fraction. Indeed,
the models accuracy is not very sensitive to the fibers aspect ratio.

Finally, two interpolation models were developed in this thesis. The first models predicts
the effective moduli while the second model estimates the local field statistics. It has been
shown that both models have the highest accuracy published so far and can be seen as a

substitute to analytical homogenization models.

Limitations and recommendations for future studies

This thesis was limited to the case of two-phase linearly elastic composites reinforced by
axisymmetric and monodisperse ellipsoidal fibers. It was also assumed that the reinforcements
were perfectly bonded to the matrix. The following lines suggest some recommendations for

future studies.

» Take into consideration the interphase between fibers and matrix
It would be interesting to evaluate the performance of analytical homogenization
models by taking into account the interphase between fibers and matrix. One could
study the influence of the thickness and mechanical properties of the interphase on
the analytical models accuracy. A new numerical tool could be developed for the
case of coated inclusions and validity domains could be computed for the different
analytical three-phase models available in the literature.

For this purpose, the FFT-based technique should be modified to take into consider-
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ation the presence of a third phase. A rigorous rule of arbitration should be defined
during the discretization process, so that the correct properties are assigned to each

voxel.

Investigate the case of scalene and/or polydisperse ellipsoidal fibers
Only the case of axisymmetric ellipsoidal particles were considered in this study
(spheres, prolate ellipsoids and oblate ellipsoids). Investigating the case of scalene
ellipsoidal particles could be interesting. It should be noted that there is no analytical
expression of Eshelby’s tensor for scalene ellipsoids. It must be computed numerically
using the methodology of |Gavazzi and Lagoudas| (1990). Therefore, the numerical
execution of analytical homogenization models becomes slower, making the use of
interpolation models more attractive.

Furthermore, one could study the case of polydisperse particles. The effect of the
particles size distribution on the analytical models accuracy could be investigated.
It would also be possible to consider the case of microstructures where each particle
has a random aspect ratio (see Figure [5.5)).

Extension of the numerical tool to the case of cylindrical fibers

Extend the numerical tool for computing the effective mechanical properties of ran-
domly distributed and oriented cylindrical fibers. The only difference with the cur-
rent tool lies in the random generation process (see Chapter[J). Generating randomly
distributed and oriented cylindrical particles using a molecular dynamics algorithm
is more complex than generating ellipsoidal particles. Indeed, computing binary col-
lisions between two cylindrical particles under translational and rotational motions
is not trivial since the surface gradient of a cylinder is not continuous (unlike an
ellipsoid).

Using this numerical tool, one could study the aspect ratio threshold from which

ellipsoidal and cylindrical fibers would have the same mechanical behavior.

Extension to other families of composites

This thesis was limited to linearly elastic composites with isotropic phases. As part
of future studies, it would be interesting to investigate other types of material sym-
metries (e.g., transverse isotropy, orthotropy, cubic symmetry, etc.) with linear and
nonlinear viscoelastic phases. In fact, many composite structures used in aerospace
have a viscoelastic behavior (e.g., polymer matrix composites used in engine compo-
nents). Validating the performance of analytical models for these different families
of composites could be of interest to the industry since it can incorporates these

models in early stages of design.
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® Investigate the higher order moments
This thesis was limited to the computation of the first and second order moments.
The interpolation model developed in Chapter [7] can predict the intraphase first
and second order moments, but cannot provide the intraphase stress and strain
field distributions. Indeed, since the latter are not Gaussian, higher order moments
are required to reconstruct the real distributions. Further studies are needed to
investigate the higher order moments and thus to develop a model able to predict
the intraphase field distributions. This model could be very useful to predict damage

in composites.
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APPENDIX A

ORIENTATION AVERAGING OF A TENSOR

The orientation averaging of a given tensor X is given by:

T w w2
1 .
<anop> - ﬁ///wmqwnrwoswptxqrst 51n(¢)d9d¢d¢ (A1>

-7 0 0

where 6, ¢ and 1) refer to the Euler angles and w denotes the rotation tensor. Norris| (1985])
and Benveniste| (1987)) have shown that Eq. (A.1)) can be computed analytically. If all possible

orientations are considered, (X) is isotropic and can be expressed as:
(X) = aJ + K (A.2)

where J and K refer to the classical spherical and deviatoric projection tensors, respectively.

a and [ are given by:

a = =Xpmnn (A.3a)

B8 = - (Xpnmn — @) (A.3b)
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APPENDIX B

ESHELBY’S TENSOR FOR SPHERICAL AND ELLIPSOIDAL INCLUSIONS

B.1 Eshelby’s tensor for a spherical inclusion

The Eshelby’s tensor for a spherical inclusion embedded in an infinite medium is given
by (Bourgeois, [1994)):
3%0 + 4,uo 5(3%0 + 4/10)

(B.1)

where k¢ and pg refer respectvely to the bulk and shear moduli of the infinite medium, while

J and K are the classical spherical and deviatoric projection tensors.

B.2 Eshelby’s tensor for an ellipsoidal inclusion

The Eshelby’s tensor for an ellipsoidal inclusion embedded in an infinite medium and

oriented along the third principal direction is given by (Bourgeois| [1994):

SY L = Sty = il + ! T R (R) (B.2a)
HILT P22 T g VR 1) 41— 1) Ty i '
ge -1 1—2y+ﬁ— 1—21/+3—R2 (R) (B.2b)
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Stiss = Shpzz = — e P G (1—2up)|v(R) (B.2d)
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S§131 = 85232 = m 1 =20 — 55— — 5 R2_1 v(R) (B.2g)

1 R*+1 1 3(R*+1)
R2—1 2[1—2V0——

where 1 is the Poisson’s ratio of the infinite medium and R is the aspect ratio of the ellipsoidal
inclusion. R is defined as the ratio between the length of the radius along the symmetry axis

and the length of the equatorial radius. v(R) is expressed as:

7 ~

ﬁ R(R? —1)"? —cosh™(R)| if R>1
V(R) = (B.3)
al -1 2\1/2 :
gy | cosT (B) - R(1- R it R<1
| (1 — R2)3/ i
It should be noted that S has the minor symmetry property (i.e., Sgnop = ngop = ngpo —

SE

nmpo*
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APPENDIX C

NORMALIZATION OF THE FIRST AND SECOND ORDER MOMENTS

The aim of this appendix is to show that the first and second order moments can be
normalized (i.e., load independent) only for very specific load cases. The proof is developed
for 2D microstructures but the same reasoning applies for 3D microstructures.

Suppose that a 2D microstructure is subjected to a macroscopic strain E. Define:
® o'! the stress field obtained under a unit uniaxial loading in the first principal
direction (i.e., E11 =1 and E22 = E12 = 0),

® 0?2 the stress field obtained under a unit uniaxial loading in the second principal
direction (i.e., Egy = 1 and Ej; = Ej5 = 0);

® o'? the stress field obtained under a unit pure shear loading (i.e., E; = 1 and
E11 = E22 = 0)

Under an arbitrary loading K13 = 711, Eogs = 792 and Ko = 79, the stress field can be

obtained using the superposition principle:

o =110 + 72207 + 120" (C.1)

The stress first order moment in phase “i” is given by:
<o > =< ’)/110'11 + ’)/220'22 + ’)/120'12 >, (C2a)
= Mm< ol >, + Yoo < o2 >, + Y12 < o'? >, (C.2b)

Eq. (C.2b]) shows that the intraphase stress first order moment can be normalized (i.e., obtain

11

a metric that depends only on < o' >;, < 0% >; and < o' >;) only for the following

specific load cases:

Y2 =2 =0 or 711 =712 = 0 (uniaxial loading);

Y11 = Y22 = 0 (pure shear loading);

© 0 6

Y11 = Y22 = 712;
© Y1 =72 and yi2 =0 or ;1 =72 and 2 =0 or 7 =72 and v = 0.

In all other cases, the stress first order moment cannot be normalized and is therefore load
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dependent.

The intraphase stress second order moment is given by:
<oRo > =< (’}/110'11 + ’}/220'22 + "}/120'12) X (’}/110'11 + ’}/220'22 + ’}/120'12) > (CB&)

= <o @c' > +95,< 0P R0® > + <o Ra? >,
1 22 11 12

+ M1Y2e< o QO > + MiV1e< o Qo7 >y
22 11 22 12

+ YR <oT R0 >+ Y2112 < o Qo >

+ Y < 0'12 & 0'11 >+ 712722 < 0'12 & 0’22 > (C3b)

Eq. (C.3b]) shows that the intraphase stress second order moment can be normalized only

for the following specific load cases:

® Y2 =712=0 or 71 =y =0 (uniaxial loading);
©® Y11 = Y22 = 0 (pure shear loading).

Indeed, normalization is possible if one can obtain a metric that depends only on
<ol@o!! >, < 0?2 ®0* >; and < 6" ® o'? >; (without the coupled terms, i.e.,
< o™ @ o >; with m # o or n # p).

In conclusion, the stress first and second order moments can be normalized only for uni-
axial and pure shear loadings. In all other cases, the stress first and second order moments
cannot be normalized and are therefore load dependent. It should be noted that this state-

ment also applies for the strain first and second order moments.
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