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1. Introduction

Despite their recent discovery by lijima (1991), the carbon
nanotubes (CNTs) have attracted considerable research attention.
Nowadays a large variety of composites containing CNTs have been
manufactured (Milo et al., 1999; Peigney et al., 2000; Potschke
et al., 2004; Wagner et al., 1998; Lourie and Wagner, 1998; Star
et al., 2001; McCarthy et al., 2002; Zhu et al., 2003). This scientific
interest is derived from the CNTs exceptional properties. Carbon
nanotubes are reported to have an axial Young’s modulus in the
range of 300-1000 GPa, up to five times the stiffness and with half
the density of SiC fibers, while their theoretical elongation to break
reaches 30-40% (Yakobson and Smalley, 1997; Yakobson et al.,
1997; Yu et al, 2000; Wang et al., 2001; Salvetat-Delmotte and
Rubio, 2002; Fisher et al., 2002; Popov, 2004).

Modeling of composites containing CNTs has also grown signif-
icantly in recent years. The mechanical response in tension of a sin-
gle CNT embedded in polymer via finite element analysis was
studied by Liu and Chen (2003a), while (Odegard et al., 2003) mod-
eled aligned and misaligned CNT composites using the equivalent
continuum method in conjunction with the Mori-Tanaka microm-
echanics method. Fisher et al. (2002, 2003) studied the effects of
nanotube waviness on the effective composite properties using
finite element analysis and the micromechanics Mori-Tanaka
method. Hadjiev et al. (2006) considered buckling of CNTs within
an epoxy matrix. Several efforts in CNT composite modeling have
focused on the inclusion of less than ideal CNT adhesion to the
matrix (Wagner, 2002; Frankland et al, 2003; Griebel and
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Hamaekers, 2004). The clustering of CNTs in the polymer matrix
was studied in Seidel and Lagoudas (2006). In Spanos and Kontsos
(2008) nanocomposite properties were computed using Monte
Carlo finite element method. Molecular dynamics (MD) simula-
tions have been used to obtain the stress-strain behavior of CNTs
embedded in a polymer matrix (Frankland et al., 2002), or the
properties of the interphase between CNTs and polymer (Awasthi
et al., 2009). In all these modeling efforts, the carbon nanotubes
are embedded directly in a polymer matrix.

In this work we focus on composites containing carbon fibers,
which are coated with carbon nanotubes (“fuzzy fibers”). In order
to achieve significant enhancement of the mechanical behavior of
the interface between the carbon fiber and the matrix, we choose
to work with “fuzzy fibers” where the CNTs are radially aligned
on the surface of the carbon fibers. In these composites, the inter-
phase layer between the fiber and the matrix can be seen as a sep-
arate composite material consisting of CNTs in radial arrangement
inside a matrix. In this perspective, the “fuzzy fiber” can be studied
as a two concentric cylinders material, the fiber and the interphase
layer. The elastic response of homogeneous and non-homogeneous
cylinders under different boundary conditions was studied by
Chatterjee (1970, 1999a,b), Chen et al. (2000), Tarn and Wang
(2001), Tarn (2002), Ruhi et al. (2005), Hosseini Kordkheili and
Naghdabadi (2007), Chatzigeorgiou et al. (2008), Tsukrov and
Drach (2010), Nie and Batra (2010a,b,c).

Our goal is to obtain the effective mechanical properties of
unidirectional “fuzzy fiber” composites. In order to achieve it we
use a multiscale approach based on the asymptotic expansion
homogenization method (AEH). The AEH method is well docu-
mented in the literature for periodic composites (Sanchez-Palencia,
1978; Bensoussan et al., 1978; Kalamkarov and Kolpakov, 1997;
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Chung et al., 2001), whose periodicity can be represented in the
Cartesian coordinate system. In this paper, due to the structure
of the interphase layer (angular periodicity), we present a modified
version of the AEH method, in which the homogenized properties
of the composite are obtained in two steps. Initially, the properties
of the interphase layer are computed through homogenization
with respect to a cylindrical coordinate system. Then, the homog-
enized layer is introduced in the actual “fuzzy fiber” composite,
which is homogenized with respect to a Cartesian coordinate
system.

The structure of this paper is the following: in Section 2 we de-
scribe the characteristics of the “fuzzy fiber” composites and the
mathematical assumptions. The first step of homogenization,
which refers to the nanocomposite layer of a “fuzzy fiber” is pre-
sented in Section 3. Section 4 discusses the second step of homog-
enization in the mesoscale. A numerical example is presented in
Section 5, in which the effective properties of a “fuzzy fiber” are
obtained and local stresses at the microscale level are computed.
The final section includes the major conclusions.

2. “Fuzzy fiber” composites

The “fuzzy fiber” composite we want to study is a fiber compos-
ite material system, in which a carbon fiber (CF) is coated with
radially aligned carbon nanotubes (CNTs) (Fig. 1). The “fuzzy fiber”
is embedded in a matrix, which can be an epoxy. The intermediate
layer between the CF and the matrix, consisting of CNTs and ma-
trix, will be denoted in the sequel as nanocomposite (NCP). The
CF is represented here as a long cylinder, while the CNTs are repre-
sented as hollow tubes of very large length, compared to their
diameter.

The composite we investigate consists of unidirectional “fuzzy
fibers”, distributed in a hexagonal form inside the matrix (Fig. 2).
The hexagonal distribution efficiently represents a random distri-
bution of the fibers in the matrix (Hashin and Rosen, 1964).

In order to obtain the effective properties of the composite, we
are using the asymptotic expansion homogenization (AEH) meth-
od, which is a two scale homogenization method. The AEH is a well
established method (Sanchez-Palencia, 1978; Bensoussan et al.,
1978; Kalamkarov and Kolpakov, 1997), in which 2 scales are taken
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Fig. 1. “Fuzzy fiber”: Carbon fiber coated with radially aligned carbon nanotubes.

into account, the macroscale and the microscale. In a Cartesian
coordinate system framework, the macroscale is described by the
coordinates (x1,X2,x3), while the microscale by the coordinates
(&,%2 %), where € is the characteristic length of the periodic cell.
The idea of the method is that the displacements are written in
an asymptotic series form with respect to € and the expanded
forms of the equilibrium equations lead to ¢! terms (microequa-
tions) and €° terms (macroequations). From the microequations
we obtain the necessary quantities, whose averages give us the
homogenized properties used in the macroequations.

In our composite system, the unit cell of Fig. 2b consists of 3 dif-
ferent material systems, the carbon fiber, the nanocomposite and
the matrix. The nanocomposite though by itself is a composite
(Fig. 3a), whose periodic cell is represented in a cylindrical coordi-
nate system. Its structure can include CNTs in tetragonal (Fig. 3b)
or hexagonal (Fig. 3¢) array. In this case, in addition to the charac-
teristic length €, we need to introduce the characteristic length of
the nanocomposite §. This leads to three series of coordinates,
the macroscale (xq,X;,X3), the mesoscale (%,%2,%) and the micro-
scale (%,%2,%). The characteristic lengths 6 and € can be related
with one as the square power of the other. In this work though
we prefer to use two independent characteristic lengths, in order
to allow the independency of the two scales. Since the AEH method
is based on the idea of € or ¢ tending to zero, the microscale char-
acteristic length 6 and the mesoscale characteristic length € can be
seen as independently tending to zero. If one of the two character-
istic lengths is not close to zero (for instance, if we have very few
CNTs in the nanocomposite, § is not close to zero) then the homog-
enization in this scale is not necessarily accurate.

In order to solve efficiently this 3 scale problem, we split it into
two 2 scale problems. The first problem is describing the relation
between the microscale and the mesoscale, and focuses in the
computation of the effective properties of the NCP. The NCP effec-
tive properties are used in the second problem which deals with
the connection between the mesoscale and the macroscale.

The homogenization of a “fuzzy fiber” composite can be put
into a general framework of homogenization with multiple met-
rics. As in homogenization of a “fuzzy fiber” composite, there are
many applications where small-scale features can have periodic
or regular forms that can be handled with existing homogenization
techniques. For example, one may need to select a certain coordi-
nate system at a given scale to have periodicity or sufficient regu-
larity. We will discuss some examples after presenting the
homogenization. Consider a material whose properties are defined
on N different scales

X X X
C PR R B
€1 € e

where we do not assume a periodicity at any scales. Assume that
the periodicity can be achieved at any of the scales if one can con-
sider an appropriate coordinate system. For example, the cylindrical
coordinate system provides periodic microstructure at the scale N,
while for the scale N — 1, we may need to choose the spherical coor-
dinate system to achieve periodicity at that scale. Any coordinate
system is defined via a metric tensor G = (g;). We denote the metric
that gives homogenization-amenable coordinate system for ith
scale by G;. Then, we re-write our material properties as

G G: G,
c<"’ X XN), (1)

where €y < --- < €; and G;'s are the metrics for ith coordinate sys-
tem where homogenization is performed.

As we mentioned above that the metric elements G = (g;) can
correspond to some well-known coordinate transformations (e.g.,
spherical or cylindrical) or can be non-trivial transformations as
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Fig. 2. (a) “Fuzzy fiber” composite and (b) unit cell of the composite.

CNT
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Fig. 3. (a) Cross section of the nanocomposite, (b) tetragonal unit cell of the nanocomposite and (c) hexagonal unit cell of the nanocomposite.

in the case of problems without scale separation (Owhadi and
Zhang, 2007; Efendiev and Hou, 2009). In Owhadi and Zhang
(2007) it was shown that in the case of no-scale separation, by
choosing the metric correctly, one can smooth the solution and
thus, the solution can be approximated by piecewise linear func-
tions on new coordinate system. The metric here is defined via a
solution of cell problems in a large domain. Consequently, in gen-
eral, one needs to consider appropriate metrics at different scales
to take advantage of the regularity of the solution or special
features.

To carry out the homogenization in a media where different
coordinate metrics are used at different scales, we start the homog-
enization from the smallest scale by freezing coordinates in all
larger scales. Once the homogenization is performed at the

corresponding metric, the material properties are transformed to
the metric of the next scale. One requirement is that the metric
needs not to vary rapidly at the scale of the homogenized variable
so that when transforming to the next coordinate system, the
smallest scales are removed. More precisely, assume that the scale
€y is being homogenized in the metric Gy. Then,

. xC1 xG2 XCN-1 xC1 xG2 XCN
o () D (e K,
(SN €N €1 € €N

where Hg, is the homogenization operator (generally, nonlinear
operator) in coordinate system with metric Gy. To do this homoge-
nization, coefficients are frozen at the scales €q,...,€x_1, and then
transformed to the coordinate system with the metric Gy. At this
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scale, the coefficients are homogenized and then transformed to
Gn-1. One needs to ensure that this transformation does not bring
back €y scale. For this reason we need to assume that Gy does not
depend on ¢y, i.e., the transformation metric does not vary rapidly
at the scale ey. The mathematical error analysis will require some
additional conditions on metrics such as boundedness of the trans-
formation tensor. In this paper, our new framework is applied to an
example problem.

3. Nanocomposite layer of a “fuzzy fiber” composite

In this section we are going to investigate the effective proper-
ties of the NCP. This intermediate layer of the “fuzzy fibers” com-
posites consists of radially aligned CNTs and matrix (Fig. 3a). The
unit cell of the NCP is shown in Fig. 3b. The effective mechanical
properties of the nanocomposite will be obtained using the asymp-
totic expansion homogenization method. In this approach two
scales are considered, the mesoscale and the microscale with char-
acteristic length 6. In cylindrical coordinates we have the meso
coordinates (r,0,z)! and the micro coordinates (,%,2) — (F,0,z).
The choice of the cylindrical coordinate system has two main advan-
tages: (a) due to the NCP structure, there is no fast variation in the
radial direction, reducing the microscale equations to 2-D, (b) allows
us to represent in a rigorous way the homogenization procedure and
(c) the periodicity of the microstructure is represented easier with
respect to 0 and Zz. For clarity and simplification, we denote the axes
(r,0,z) as (1,2,3) and we use the Einstein summation rule for double
indices. Additionally, we introduce the operators £; for the meso-
scale and £; for the microscale, where

d 10 d
[:17&, 52,?%7 5378—27 (2)
— 0 - 10 - 0
51:§7 5227%7 5325- (3)

The aim of the asymptotic expansion homogenization (AEH)
method is to identify the behavior of the composite material, when
the size of the microstructure becomes infinitesimally small, i.e.,
6 — 0. In all the quantities (displacements, strains, stresses, stiff-
ness components) we will use the superscript §, denoting that
we refer to a material point, which can be in the matrix, in the
CNT or in the void. The strain-displacement relation of the material
system in cylindrical coordinates read?

s U s s
8, = L1} +71, &5 = L5318,

s 1 s s
8, = 5 (L4005 + £519), (4)

&, = L1,
o 1o s -5
&3 =35 (L2013 + L3115),
o1 S T
82 == L0 + L0 — =2 ).
12 2( 1l + Lolh ==

Ignoring inertia and body forces, the equilibrium equations are
written as

69, — 03 a4, S
11 22 0 A0 13
SN0, £6h =0, £;6}+—>=0. (5)

EJ O—(S
Finally, the Hooke’s law is written
oj = Cékl‘gkl (6)

The stiffness components Cy,d are generally spatially dependent. At
the microscale level it depends on the microcoordinates 0 and z. The
material parameters vary very slowly in the radial direction and
depend on the mesocoordinate r. Due to the geometry of the CNT

! For simplicity in the expressions, we omit the mesoscale characteristic length €.
2 In the sequel, we will use ~ to denote that the specific quantity refers to
cylindrical coordinate system.

(only its center is independent on r), the stiffness components pres-
ent local discontinuity with respect to r. The discontinuity appears
only when we move from the void to the CNT and from the CNT to
the matrix. So we can write

s
Cijkl

= 6§k,(r, 6,Z), slow variation with respect to r. (7)
In the AEH method, the displacements are represented in a ser-
ies expansion form

W =" (r,0,2) + o (r,0,2,0,2) + 30 (r,0,2,0,2) + - -, (8)

where u ) denotes the mesodisplacement and u ) u ) et.c. are
periodic functlons and represent the oscillating terms The deriva-
tives can be written in the form

1-—
Li=Li+ S»Ci- 9

Using (8) and (9), the strains in (4) can be written in the form

g=e+o8) + -, (10)
where

. R 1 /. —

g = o 5 (Za™ + L"), m=01.2,... (1)
and

R ()

alms o « - u
G = o, = L

A(m= 1 ~ m alm= 1 ~(m ~(m
By =5 (L + L"), dy) =5 (L + L), (12)

sy _ L[ om pom 057
& =5 Loty + Ly -]

From the Hooke’s law (6) and (10
of the stresses

ams=) _ p s (m)
&33 = £3U3

) we can write the expanded form

a _0" +oo R (13)
where

N Soame) A A a(mtd
ng) = C,‘jkl(‘);gl ) + Cijklﬁkufm+ ). (14)

Using the expanded form of the stresses (13) and the Eq. (9) the
equilibrium equations take the form

+0)

1z -0 0, 00 =09 o
5 (561)) + L' +f+c,-a” 44 =0, (15)

1~
3(z:jcr;‘}>)+.c]o-zj+2 +L:Jazj 45 =0, (16)

1/,
5 (563)) + L6y + 03 +£a3] 45 =0. (17)

According to the classical procedure of the AEH method, the mi-
cro-equations are defined from the 6~! terms

Lo =0, i=123, (18)

which, using Eq. (14) for m = 0, can be written as
Zi(Cin) 8" + 5 (Coulit”) = 0. (19)

In Eq. (19) é,g.()” depends only on the meso-displacements ﬂ}o). By
assuming that

= Nmg (20)

mn7

the micro-Eq. (19) are written
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Lj (/C\ijmn + EUkleN;nn> =0. (21)

The final form of the micro-equations are solved for the unknown
functions N™, which are periodic in the (6,z) space. Also, we need
to impose the necessary continuity conditions

IN7"] = 0,1 Ciimn + CyZeNP™ )] = 0, 22)

where n; is the unit normal vector to the surface of discontinuity.

The meso-equations can be obtained from the ¢° terms of the
equilibrium equations. When ¢ approaches zero, periodic functions
attain their weak limit, which is equal to the area integral of the
functions in the periodic unit cell. We introduce the area integral
symbol on the area A of the 2-D unit cell in (0, 2),

7/2 0//2
J-z/2 / )
By setting w; as the outer unit normal vector to the boundary and

0A the boundary surface of the unit cell, we can use the Gauss the-
orem and the periodicity of &/’ to show that

7)ddz. (23)

— 4 r .
(gof) =+ /m 61V ey ds = 0. (24)

The meso-equations then are obtained from the weak limit of the §°
terms of the equilibrium equations

gof)) + A2 o, gy(6f)) + 22712 ~o, -
£+ 450 o,

where

<6—1(j0)> = <Eijmn + Eijklzkﬁf'">é§2;). (26)

From the last equation it becomes obvious that the effective, or
homogenized, properties Cg‘,f," are given by

Cgrg; = <Cijmn =+ C,‘jk[ZkN?m>, (27)
where the functions N}“" are determined by solving the Eq. (21). It is
important to note that one can possibly derive the homogenized
equations using curvilinear periodicity cells. However, our approach
provides a rigorous foundation of performing homogenization in
curvilinear system.

In the microlevel and at a specific radius r, Eq. (21) represent 2
anti-plane strain problems and 4 plane strain problems. Due to the
large difference in 6 and Z scales, it is more preferable to solve the
microequations in the r0 — z. In the sequel, we will use y; for the ro
coordinate and y; for the z coordinate and we will adopt the Voigt
notation.? In the 2-D form, the anti-plane problems are given for
i=1,0=56

9 [~ ON* =~ ON7\ & [~ ON* ~ ON?
<C661+C56 A]>—A<C56A1+C55A]>
2

oy 5 ) s s s
9Cs, Cs,

=— L 28
o | 9 (28)

3 We note that the Voigt notation is a way to rewrite a fourth order symmetric
tensor Ajj in a 6 x 6 matrix form A, by applying the substitutions: 11 —» 1,22 - 2,
33-53,2354,13 55,12 > 6.

The plane strain problems are given for i=2 and i=3, «=1,2,3,4
from the system of equations

0 [~ 3N” ~ BNZ ~ 8N” ~ 8N“
(sz 24 Cpy—=24Cp—=——2+Cp )

oy, a3 3y, ; 35
8?’3 (C24 BIJA\/IZ +Cu 613 + Cas 81;\,]1 +C %?f)
8052; i 8657? (29)
and
_8;3973 ( 24%1;]% + C44?91;]% + Cys %1;/]5 4+ Caq ‘?91}\/]%)
(e a e g e )
80% 86533” (30)

The effective properties of the nanocomposite are obtained by the
relations

~ ~ ON% ~ ON%
CYP = (Cio+ Cromz2 4+ Cra—z2 4+ Crg—no + Ci3 =22
< 1o 12 Oyz 55, 14 P, 1355,
~ ON ON? ONZ - ON%
NCP 3
G = <C2zx + sz + Cos 8y 24 Cyy 3}’2 34 Cy3 s >~,
~ ~ A aﬁ“ ~ ONZ ~ ON% oNe
NCP _ 2 2 3
Gy = <C3x +Ca3 78}75 + C34 795 + C3p—= o + Cs3 75 >-,
" . (31)
~ ON% 8N“ ~ 8N* ~ ON%
NCP _ 2 3
Cay = <C4oz +Coy %, + Cag == 75 24 Cagorn> 9, + C3q 75 >7
~ ~ ON* ~ ON*
NCP _ 1 1
Csy = <C51 + Csg 9 + Css s >

A useful characteristic of the AEH method is that it provides
information about the micro-stresses and micro-strains. Using
the obtained effective properties of the NCP, the mesoscale
problem (that will be described later) can be solved and the
meso-strains 8 can be computed. Then the micro-stresses and
micro-strains are obtained from the solution of the unit cell

problem (21), using the equations

6 = (Cimn + ConTuNI™ )37, (32)
P (N

0 0x i
LR ICUEULS (33)

4. Effective properties of the “fuzzy fiber” composite

Having defined the effective properties of the NCP, the homog-
enization of the actual composite can be determined using again
the AEH method. The actual composite can be described easier in
Cartesian coordinates, which necessitates to transfer the effective
properties of the NCP from cylindrical (r,0,z) to Cartesian
(x1,X2,Xx3) coordinates. The obtained NCP effective properties can
be transformed from a cylindrical coordinates form CN to a Carte-
sian coordinates form CNF according to the rotation formula for
fourth order tensors

O = RinRinRioRp NS (34)

mnop
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with
cosd —sinf O
R= | sin0 cosd O |. (35)
0 0 1

Here we need to mention that, according to the analysis of the pre-
vious section, the effective coefficients 63‘,5,1’ of the NCP are functions
of the radius r. In Cartesian coordinates, we have r? = x? + x3. Using
the Voigt notation, the stiffness tensor of the NCP is given in
Cartesian coordinates by

NCP NCP NCP NCP
Cl 1 C] 2 Cl 3 0 O Cl 6
O A A o 0 of
NCP NCP NCP NCP
CNCP _ C13 C23 C33 0 0 CBG (36)
- NCP NCP ’
0 0 0 Cf s o
0 0 0 CF & o
5 55
NCP NCP NCP NCP
CIG CZG C36 0 O C66
where
over_ CHEPxE 4+ 2(CIS7 -+ 2CH7 g + CYf7
1 = 2 ’
(7 +x3)
v CHT () + (G + CU° — 4CH7)d

12 —

)

(3 +3)°

NCPy2 | (°NCP,2
nee _ Cig X+ C37%)

C =
? Mg
CNCP _ ~NCP CNCP\4,3 CNCP _ ~NCP CNCP 3
o GGy - 205X + <C12 - +2C5 >X1X2
Ge = 2 w22 ’
(X3 +x3)
o CUXE+ 20N 4+ 20 )xg + TN
sz = > N2 ’
(x3 +3)
NCPy2 | (°NCP,2
onNer _ G5 x5 + G537
23 = X2 1 X2 )
1 2
 NCP _ ~NCP  NCP 3  NCP _ ~NCP NCP ) 43
e (Cn -Gy —2Cs >X1X2+ (C12 -G +2C5 )X1X2
26 — )

(8 +23)°

NCP _ SNCP
Gs =G5

(C5P - P )xixa

cNeP _
36 2 1 42 )
X5+ X3
NCPy2 | (°NCP,2
oNeP _ Cor %1+ Cs57x3
4 = X2+ X2 )
1 2
 NCP _ ~NCP
e (Css - Cla >X1X2
s Eeg
NCPy2 | (°NCP,2
oNer _ Cas %3 + C557x1
55 = 2 42
X7+ X5
¢ NCP ONCP | NCP\y242 | (* NCP (42 2)2
e (Cn —2G" + Gy )Xlxz +Cay " (%] —x3)

* (a2 +x2)°

The other two material components of the composite, the ma-
trix and the carbon fiber, are generally assumed as homogeneous
isotropic or transversely isotropic materials, with the axis of sym-
metry parallel to the axis of the fiber. Under these conditions, the
application of the AEH method for the second periodic problem
with characteristic length € (Fig. 2b) follows the standard approach
(Sanchez-Palencia, 1978) and is presented in Appendix A.

In the above methodology for obtaining effective properties of
“fuzzy fiber” composites we utilize a two step homogenization
method, because in the first step (nanocomposite layer) we express
our equations in cylindrical coordinates and in the second step
(actual composite) we use Cartesian coordinates. A one step
homogenization would require everything to be expressed in one
coordinate system, e.g., Cartesian, leading to solve a curvilinear
unit shell in the microscale level (nanocomposite layer).

5. Example

The numerical example presented in this section is motivated
by the experiments presented in Sager et al. (2009). T650 carbon
fibers with diameter 5 pm are coated with radially aligned hollow
carbon nanotubes of 2 um length. The CNTs have internal radius
0.51 nm, external radius 0.85 nm. The “fuzzy fibers” are embedded
in EPIKOTE 862 resin. The intermediate layer contains CNTs with
average volume fraction 42.17%. The properties of the CNTs are as-
sumed the same as the properties of the graphene (Seidel and
Lagoudas, 2006). The mechanical properties of the carbon fibers,
the resin and the CNTs are shown in Table 1.

For the computations we used the finite element program COM-
SOL Multiphysics. The effective properties for the nanocomposite
were obtained for both the tetragonal and the hexagonal arrange-
ment of the CNTs. Since the periodic structure of the nanocompos-
ite depends on the radius, we needed to solve numerically several
unit cells. Each unit cell represents a different profile of the nano-
composite with respect to radius and the volume fraction of the
CNTs decreases as the radius increases. Figs. 4 and 5 show several
unit cells that were solved for tetragonal and hexagonal arrange-
ment of the CNTSs respectively. Here the arrangement of CNTs is ex-
actly tetragonal or hexagonal only at the interphase between the
carbon fiber and the nanocomposite. As we move closer to the ma-
trix, the length of the unit cell at the r0 direction elongates, dis-
turbing the tetragonal or hexagonal symmetry.

Since the homogenization problem reduces to 2D problem, we
use 2D mesh, which differs for each microscale unit cell. Details
of the 2D FE meshing for two unit cells of the nanocomposite with
hexagonal arrangement of CNTs are presented in Fig. 6. The perio-
dicity boundary condition is imposed by applying the same N;"" on
opposite sides of the unit cells. For the purposes of the numerical
analysis, we use quadratic Lagrange finite elements.

The obtained effective properties are shown in Figs. 7 and 8. As it
can be seen from these figures, the NCP becomes more cylindrically

Table 1
Mechanical properties of layers.

T650 Carbon fiber (CYTEC, 2011)

Axial Young’s modulus 241 GPa
Transverse Young's modulus 14.5 GPa
Axial shear modulus 22.8 GPa
Transverse shear modulus 4.8 GPa
Axial Poisson’s ratio 0.27
EPIKOTE 862 resin

Young’s modulus 3 GPa
Poisson’s ratio 0.3

CNT

Young’s modulus 1100 GPa
Poisson’s ratio 0.14
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(a) (b) ()

Fig. 4. Unit cell of the NCP for r equal to (a) 2.5 um, (b) 3.25 um and (c) 4.25 um. Tetragonal arrangement.

(a) (b)

()

Fig. 5. Unit cell of the NCP for r equal to (a) 2.5 um, (b) 3.25 um and (c) 4.25 pm.
Hexagonal arrangement.

orthotropic with the increase of radius. The radial Young’s modulus
E;r and the transverse shear modulus G,, present the largest reduc-
tion moving from the carbon fiber to the matrix: 44.1% and 58.5%,
respectively for the tetragonal arrangement and 44.1% and 54.2%,
respectively for the hexagonal arrangement. For the hexagonal
arrangement the NCP in cylindrically transversely isotropic only at
the interphase between NCP and carbon fiber (r = 2.5 pm). Moreover
the tetragonal arrangement favors the orthotropy more than the
hexagonal arrangement. At the interphase between NCP and epoxy
resin the difference between the transverse Young’s moduli E,y and
E,,is 31.4% and 20.6% for the tetragonal and hexagonal CNT arrange-
ment respectively. At the same interphase the difference between
the transverse shear moduli G,, and E,, is 38.9% and 27.4% for the
tetragonal and hexagonal CNT arrangement respectively. From
the results it is clear that all the effective properties of the NCP are
strongly affected by the radius. This radial dependency can
be simulated by assuming that all the mechanical properties can
be described with fifth order polynomials with respect to radius.

In the second step of the homogenization, the NCP is substi-
tuted by the effective medium, which is introduced in the meso-
scale unit cell. The program we used for the numerical results is
again the COMSOL Multiphysics software, and we used a 2D mesh,
details of which are shown in Fig. 9b. The periodicity in the unit
cell is imposed by applying the same N on opposite sides of
the hexagon. For the purposes of the numerical analysis, we use
quadratic Lagrange finite elements. The spatially variable homoge-
nized moduli of the nanocomposite are introduced in COMSOL as
fifth order polynomials.

As it can be seen in Fig. 10, transferring the effective properties
from the cylindrical to Cartesian coordinates, produces a fully
anisotropic behavior for the NCP. Terms like C;¢ are no longer zero,
only the average Ci¢ over the whole NCP becomes zero. For the
numerical example we use a volume fraction of 60% for the “fuzzy
fiber” (carbon fiber plus NCP) inside the resin. The numerically ob-
tained effective properties (Table 2) show that the arrangement of
the CNTs in the NCP do not alter significantly the behavior of the
actual composite. In both arrangements (tetragonal and hexago-
nal) the overall behavior of the “fuzzy fiber” composite is trans-
versely isotropic with axis of symmetry the axis of the carbon
fiber. This transverse isotropy is observed in typical fiber compos-
ites, indicating that the presence of the NCP changes the mechan-
ical performance but not the level of anisotropy of the actual
composite.

In Table 2 we also present the results from an analytical ap-
proach. In this approach the nanocomposite layer is assumed to be-
have as a classical unidirectional composite, which is a transversely
isotropic medium with the axis of symmetry parallel to the axis of
CNTs (i.e., in the radial direction of the carbon fiber). Its effective
behavior can be obtained using standard micromechanics tech-
niques, like Mori-Tanaka. Having obtained the nanocomposite
properties, the “fuzzy fiber” composite effective behavior is deter-
mined using an extension of the composite cylinder method. The
five independent effective properties in the case of a regular fiber
composite are obtained by solving five appropriate boundary value
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(b)

Fig. 6. Part of the finite element mesh of microscale unit cells with r equal to (a) 2.5 pm (9120 triangular elements total) and (b) 4.5 um (11,104 triangular elements total).

Hexagonal arrangement.
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Fig. 7. Effective properties of NCP for tetragonal arrangement of CNTs.
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Fig. 8. Effective properties of NCP for

problems: the four problems for determining the axial Young's
Modulus, the axial Poison’s ratio, the axial shear modulus and the
transverse bulk modulus are described in Hashin and Rosen
(1964). The fifth problem, from which we compute the transverse
shear modulus, is described in the Christensen’s three-phase model
(Christensen and Lo, 1979; Christensen, 1979). For multi-walled
CNT composites, the effective properties can be obtained by
the methodology proposed in Seidel and Lagoudas (2006).
Chatzigeorgiou et al. (2011) extend (Seidel and Lagoudas, 2006)
methodology, studying the case of the “fuzzy fiber” composite,
where the nanocomposite behaves as an orthotropic layer. Suitable
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hexagonal arrangement of CNTs.

displacement fields for the five boundary value problems are pre-
sented and the effective properties of the “fuzzy fiber” composite
are obtained.

As it is shown in Table 2, the results from the analytical
micromechanics approach are very close to the effective properties
of “fuzzy fiber” composites with hexagonal CNTs arrangement. The
results indicate that the transverse shear modulus of the composite
has approximately 100% enhancement compared to the matrix
shear modulus (1.15 GPa). This increase will be reduced if we con-
sider the reduction of the carbon fiber mechanical properties due
to the coating procedure (Sager et al., 2009).
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Fig. 9. (a) Geometry and (b) part of the finite element mesh of mesoscale unit cell (10,080 triangular elements total).
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Fig. 10. Distribution of the stiffness coefficients (a) C;; and (b) C;6 in the mesoscale unit cell. The units are GPa.

The homogenization procedure described in the previous sec-
tions provides information about local stresses and strains in both
mesoscale and microscale level. In the microscale level, the compu-
tation of the micro-stresses that appear in the nanocomposite are
of great importance. The local stress fields that appear between
the carbon fiber and the CNTs, as well as the matrix and the CNTs
significantly influence the interfacial shear strength of the compos-
ite. The knowledge of the distribution of the micro-stresses allows
also the identification of possible failure modes of the interfacial
layer. Lekhnitskii (1977, 1981) studied in his monograph the effect
of the local stress field disturbance, due to the materials architec-
ture, on the interfacial strength. Local stresses in CNT composites
have been studied both experimentally, using Raman spectroscopy
(Zhao and Wagner, 2004), and theoretically with analytical models
(Lau, 2003, 2005) and numerical approaches (Liu and Chen, 2003b).

In this example we will present distribution of the micro-
stresses in the nanocomposite layer, when the actual composite
is subjected to uniform macro-strain & = &1 = 0.5%.

Table 2

Effective properties of “fuzzy fiber” composites.
CNTs Axial Transverse  Axial Transverse Transverse
arrangement  Young's Young's shear shear shear
in NCP modulus  modulus modulus  modulus modulus

(GPa) (GPa) (GPa) (GPa) (GPa)

Tetragonal 50.10 6.89 2.65 2.38 6.40
Hexagonal 49.45 6.92 2.55 239 6.40
Analytical 48.87 7.05 243 2.46 6.38

Using Eq. (A-15) the local strains in the mesoscale unit cell are
computed with respect to Cartesian coordinate system and they
are presented in Fig. 11. The only non-zero components of the
meso-strain tensor are the &\, &), &). At the specific points A
and B of the mesoscale unit cell (Fig. 9a) the meso-strains are equal

&) =69 =557-107°, &% =¢9=112-10"°,
&) =&y =-3.97-10"*, for point A,
g =9 =152.10", &% =¢9=-399.107,

8% = &9 =1.15.10", for point B.

These values indicate that closer to the carbon fiber the nano-
composite has lower radial strain and higher hoop strain than close
to the matrix phase.

In order to represent the micro-stresses in the nanocomposite,
the microscale unit cells at the mesoscale points A and B are
solved. The micro-stresses are computed from Eq. (32) and their
distribution in the corresponding unit cells are presented in
Fig. 12. The radial stress on the CNTs close to the epoxy resin (point
A) reach the value of 6100 MPa, while close to the carbon fiber
(point B) the radial stress is much lower and becomes approxi-
mately 1700 MPa. On the other hand, the local hoop stresses on
the CNTs reach higher values close to the carbon fiber (145 MPa)
than close to the epoxy resin (55 MPa).
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Fig. 12. Distribution of micro-stresses at points A and B of the mesoscale unit cell: (a) radial stresses in point A, (b) hoop stresses in point A, (¢) radial stresses in point B and
(d) hoop stresses in point B. Hexagonal arrangement.

6. Conclusions order to evaluate the effective properties of carbon fiber compos-
ites, in which the carbon fibers are coated with radially aligned

In this paper we presented a two step homogenization approach, carbon nanotubes (CNTs). From the theoretical analysis it is shown
based on the asymptotic expansion homogenization method, in that the homogenization process can be split in two parts, in each



2678 G. Chatzigeorgiou et al./International Journal of Solids and Structures 48 (2011) 2668-2680

one of which different coordinate system can be used. In each part
we can compute local stress and strain fields, allowing to determine
micro-stresses in the nanocomposite layer between the carbon
fiber and the matrix. In the first part of homogenization, the nano-
composite layer which includes CNTs and matrix show cylindrically
orthotropic behavior and the material properties depend on the
radius. The results from the second step of homogenization, which
includes the mesoscale unit cell, indicate that the nanocomposite
does not influence the overall anisotropy of the composite. Addi-
tionally the arrangement of CNTs in the nanocomposite (tetragonal
and hexagonal) does not change significantly the overall behavior
of the “fuzzy fiber” composite. Under uniform macro-strain we ob-
serve that the interphase between the carbon fiber and the nano-
composite present lower radial and higher hoop micro-stresses
than the interphase between the nanocomposite and the epoxy
matrix.
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Appendix A. Asymptotic expansion homogenization method in
Cartesian coordinates

The equations that describe the behavior of the constituents are
the equilibrium equations (neglecting body forces)
00§

v _ -
O =0, (A-1)

the constitutive law

ouy,
05‘ = ,‘ejk[ 87)(?7 (A-Z)

and appropriate boundary conditions. The stiffness tensor in the
mesoscale level is a periodic function of % and %,

X1 X2
€ €
Cija = Cijua (? ?> = Ciju(¥1,¥2)-

Expanding the displacements in terms of the mesoscale charac-
teristic length €,

(A-3)

0 1
uf = UE ) (X1, X2, X3) +6u,§ )(X17X27X37Y17Yz)
(X1,X2,X3,Y1,¥2) +

and substituting in Eqs. (A-2) and (A-1) we get an expanded form of
the equilibrium equations, in which the ¢! terms (meso-equations)
are written

0 C 8u,(<1> OU;:)) 8C,‘jk(
k) = Tk )
ay \" oy o oy,
Considering u” as known, we assume that u!"

additive function on x1, X2, X3, from

2
+eu? (A-4)

(A-5)

is given, up to an

(0)
ul) = N a;{f: , (A-6)
where N™ is given from the auxiliary system
0 ONZ"
oy (Cou s+ o) =0 A7)
J

Returning to the equilibrium equations and the €° terms, we can

easily show that the macro-equations in terms of the meso-stresses

o) are written
0

aay))

€
8xj

(A-8)

and the effective properties of the actual composite are given by

e aNkl
Eh <<C”"’ Oy, >> (a-9)
where
1 Vi/2 fh/2 Yy )2
>>:W/ / / d(V1,¥2,y3)dy, dy, dy; (A-10)
Yi/2 J=y42 Sy, )2

and V™ is the volume in the mesoscale level.

In the case of our composite, the meso-macroscale structure
does not vary with y3; (monoclinic materials) and the derivatives
with respect to y3 vanish. This leads, with the help of the Voigt
notation, to the meso-equations

) AN’ N’ ON? ON?
oy, (C” oy, HC gy, +Cngy, + G 8yz>
1s] ONY 8N” 8N” ON?
C e +C ZicC 2)
~ oy, ( 16 oy, 66 v, 66 oy, 26 ,
acloc aCGa
= . A-11
ay, oy, ( )
) ON? ON? ON? ON?
“ oy <C16 , + Ces , + Ces == y, 21 Cy 8y2>
ON? ON? ON? ON?
33/2 (Cu 0y, *Cas 9y, *Cas oy a)’2>
8C60c aCZoc
_ %o | 0o A-12
Yy a9y, ( )
for « = 1,2,3,6 (plane strain problems) and
) AN N 9 ON? ON?
737311 (CSS o\ Cas 8yz) 787)’2 (C45 Y * Cas a}’2)
8C51 6C4m
; A-13
Y, a9y, ( )

for « = 4,5 (anti-plane strain problems). The effective properties are
given by

C C C
+ IGay + 166 Z 4 126},2
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ON? ON?
C§§f = <<C51x + CSSW? + Cys W;>>

for o =4,5.

Using the obtained effective properties of the composite, the
macro-Eq. (A-8) are solved for a specific boundary value problem
and the terms 9u\” /dx; are obtained. Then the solution of the unit
cell problem (A-7) allows the computation of the meso-stresses
and meso-strains in cartesian coordinates, using the equations

ki 0
NI uy”

0,(]'0) = Cijkl + Cijmn ayn I, ’ (A_14)
0 0) ki 0)

go _ 1 (0wl o) 1 (ONT 0N ou (A-15)

y 2\ ox OX; 2\ay; 9y ) o

The meso-strains 795].0*) in cylindrical coordinates are given from
(A-15) with proper rotation of the system from Cartesian to
cylindrical coordinates.
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