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In the article it is shown that the nanopatterned interface of bimaterial is unstable due
to the diffusion atom flux along the interface. The main goal of the research is to analyze the
conditions of interface stability. The authors developed a model coupling thermodynamics
and solid mechanics frameworks. In accordance with the Gurtin—Murdoch theory of
surface/interface elasticity, the interphase between two materials is considered as a negligibly
thin layer with the elastic properties differing from those of the bulk materials. The growth
rate of interface roughness depends on the variation of the chemical potential at the curved
interface, which is a function of interface and bulk stresses. The stress distribution along
the interface is found from the solution of plane elasticity problem taking into account plane
strain conditions. Following this, the linearized evolution equation is derived, which describes
the amplitude change of interface perturbation with time.

Keywords: boundary perturbation method, evolution equation, interface diffusion, interface
elasticity, morphological instability.

1. Introduction. Engineering of nanopatterned bimaterial interfaces is becoming a
key technology in the field of electronic packaging. In many applications, such material
design improves mechanical, optical and electronic properties of products.

However, the interface relief may change during the manufacture and further
processing operations. This can negatively affect the properties of products and even lead
to their destruction due to a change of stress state near the interface. Therefore, in order
to fabricate structures with the required geometric parameters, as well as to ensure the
stability of the formed relief, it is necessary to investigate the mechanism of material
redistribution along the interface.

One of the most common models of morphological instability is the Asaro—Tiller—
Grinfeld (ATG) model [1, 2], in which the instability of a flat surface is caused by surface
diffusion driven by a change in the chemical potential along the surface. In this case,
the critical wavelength of the perturbated surface, which corresponds to the steady
relief, is directly proportional to the ratio of the surface energy to the elastic energy of
deformation calculated at the curved surface. The ATG model of morphological instability
was applied in many areas: the researchers analyzed the morphological evolution of voids,
microchannels, cylindrical fibers and spherical particles embedded in matrix, core-shell
nanowires, mono- and multilayered thin films [3-5].

The primary interest of the presented study is the development of theoretical model
of diffusional interface growth and pattern formation in two-phase material taking into
account the interface elasticity. Within the Gurtin—Murdoch theory of surface/interface
elasticity, the interphase between two materials is considered as a negligibly thin layer
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with the elastic properties which are different from those of the bulk materials [6, 7].
The rate of the growth of interface roughness depends on the variation of the chemical
potential at the curved interface, which is a function of interface and bulk stresses.
The stress distribution along the interface is found from the solution of plane elasticity
problem taking into account plane strain conditions. After that, the linearized evolution
equation is derived, which describes the amplitude change of interface perturbation with
time. A parametric analysis of the obtained equation leads to the definition of critical
conditions which predict the interface morphological instability and depend on initial
undulation wavelength, thermodynamic parameters, lattice mismatch stresses, interface
tension, surface and bulk elastic constants.

2. Problem formulation. Consider an isotropic bimaterial system with undulated
interface profile in the field of misfit stress, which occur due to the lattice mismatch
at the interface between two materials (Fig. 1). It is assumed that the interface shape
changes with time 7 via diffusive mass transport that leads to misfit stress relaxation. The
elastic deformation caused by interface evolution is treated as a quasi-static state. Taking
into account the plane strain conditions, a two-dimensional boundary value problem for
the infinite plane By U By is formulated in the terms of complex variable z = x1 + ix2,
where i2 = —1 and (x1,3) are the global Cartesian coordinates. According to Gurtin—
Murdoch model of surface/interface elasticity [6, 7], the interface domain is assumed to be
a negligibly thin layer S adhering to the bulk phases B; and By and with elastic properties
which differ from those of the bulk materials:

By ={z:za>e(r)f(x1)}, Ba={z: 2o <e(r)f(x1)}, "
1
S={z: z=(=az1+ie(r)f(z1)}, [f(z1)=acos(bz1),

here e(7) = A(7)/a, A(7) is an amplitude of surface perturbation at the time 7, a is the
initial perturbation wavelength and b = 27/a is a wavenumber. As we focus on the linear
stability analysis in this paper, it is assumed that () < 1 V7 > 0.
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Fig. 1. A model of a bimaterial with slightly perturbated interface
under the uniaxial tension

The constitutive equations of Gurtin—Murdoch model are used in the assumption
that the normal component of the surface gradient tensor in the constitutive equation is
neglected:

731(C) =70+ Mseg(C), 033(C) =70 + (As +70)e(C), C €S, (2)
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where ¢}, and o}, are the nonvanishing components of the interface strain and the Piola—
Kirchhoff surface/interface stress tensor, respectively; My = A\s + 2us, As and pg are the
interface Lamé constants, and g is residual interface stress.

The generalized Hooke’s law for isotropic bulk material in the case of plane strain has
the form

onn(2) = (Aj + 2p15)enn(2) + Ajen(z),

o (2) = (Nj + 2u5)ee(2) + Njenn(2),  ont(2) = 2p58n(2), (3)
o33(2) = ﬁ 0u(2) +oun()], 2By j=1{12},

here oy,n, 0, One and enp, €44, €ne are the components of bulk stress and strain tensors,
respectively, defined in the local Cartesian coordinates (n,t) (n and ¢t are normal and
tangential to the interface), and A; and 1, are the Lamé constants of the bulk phase B;.

At infinity, the stresses oqg (a, 8 = {1,2}) in the global coordinates (z1, x2) and the
rotation angle w are specified as follows:

i 72 =, 0 o2 = g W =0 g on =0, =12 ()

The conditions of mechanical equilibrium of undulated interface S in the case of

the simplified Gurtin—Murdoch constitutive equations is represented in the terms of the
generalized Young—Laplace equation [8]:

— - _ s Ldo'ft(c)
Ba(Q) = Q) =07 (€) = ~(QQ) + = T e, )
where 0(2) = 0,n(2) + i0n:(2) is the stress complex vector and o% = 11&‘00(2)7 K

and h are the local principal curvature and metric coefficient on the curved interface S,
respectively.

It is assumed that the interface layer is coherently connected with both bulk materials.
As a result, the displacements are continuous at the interface

Au(C) =u"(¢) —u"(¢) =0, (€S, (6)

here u = uq + ius is a complex displacement vector, uT = lim u(z), u1 and ug are the

z—(+£i0
displacements along axes of the Cartesian coordinates (z1,x2).

In order to minimize the total free energy, the interface shape can be rearrangement
by diffusive mass transfer. It is assumed that mass transfer occurs by interface diffusion.
The diffusion flux in phase B; along the interface is proportional to the gradient of the
chemical potential x; [1, 9]

~D;C;0x;(¢7)

Jj (C? T) = kT Os ’ (7)

where D; and C; are the interface self-diffusivity coefficient and the number of diffusion
atoms of material per unit area, respectively, for the phase Bj;; k; is the Boltzmann’s
constant; T' is the absolute temperature.
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The local chemical potential x; can be defined as free energy per unit of added volume

[10]:
Xi (€)= [Uj(¢,7) + (=171 w(C, )U(C, 7)] ;. (8)

In (8) ©; and U; are an atomic volume and the strain energy density along the interface,
respectively, for material B;, U, is the interface energy density.

The atomic flux divergence along the interface gives the change of interface profile
g(z1,7) = e(7) f(x1) with time which can be written in the form of non-linear evolution
equation [9]:

0 , 0
% = h(CaT)_ LJI(CaT) -

Js |14
here r = p1/pe is a stiffness ratio.
The diffusional fluxes .J; are obtained from equation (7) taking into account equa-
tion (8):

1
r+1

Jo(C7) | (9>

TG T) = K [U(C) + (DRG] K = 2GR ag)
S ka

It should be noted, that this approach is also applicable for describing the morphological
changes at the surface and interface induced by the corrosion [11, 12] and the electrical
current [13].

3. Linear stability analysis. Since only linear instability of the interface S is inves-
tigated, we seek the components of stress and strain tensors of bulk and surface/interface
elasticity in the first-order approximation of boundary perturbation method:

A(Z7 T) = A(O) (Z) + €(T)A(1)(Z), A - {Unn7 Ttt, Ont, Enna 6tta 671257 O’ft? Eft}' (11)

Therefore, the expressions for strain energy density along the interface U; and interface
energy density Uy take the form

1
Va=3 (Uf?(o)ftt(o) te {O—In(l)gnn(o) M ICREO Jtt(l)g“(o)}) ’

L B _ - 12
Va=3 (Utt(O)Ett(O) te {O—nn(l)gnn(o) F o)) T Jtt(l)g”(o)}) ’ -

Lis s s s s s
Us = 5 (O'tt(o)stt(o) +e {Gtt(l)stt(o) + gtt(O)Ett(l)]> .

The linearization in the space of the parameter ¢ for the metric coefficient h and the
local principal curvature x can be written as

k(x1,7) =e(r)f"(z1), h(x1,7)=1, (13)

here a prime denotes the derivative with respect to the argument.
Substituting equations (10)—(13) into equation (9), we derive a linear ordinary
differential equation that gives the amplitude change of interface perturbation with time:

dA(T) A(t)  d?

dr f(x1) = md—x% {Kﬂ” |:O':L_n(1)€nn(0) =+ O’;(O)Ett(l)(ﬁﬁl) +

+ U;u)(xl)@tt(O) + 5ft(o)0tst(o)f"(331)} - K> [U;n(l)ﬁnn(o) +

+ 00y 81t 1) (1) + 054 (T1)Ere(0) — Uft(o)fft(())f"(ml)} } .
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After that, we have to define the components of stress and strain tensors for surface
and bulk phases, which are included in the right-hand side of the differential equation.
To this aim, we use the solution of the corresponding boundary value problem of
plane elasticity (1)—(6), which is detailed in [14]. According to [14], the stress tensor
components can be represented by Muskhelishvili’s formula through Goursat—Kolosov
complex potentials ®; and T;:

onn(2) +iou(z) = ©(2) + ®;(2) — | T5(2) + ©;(2) — (2 = 2) j(2)]| 7>,

(15)
o1 (2) + onn(z) = 4Re®,(z), z€ B;, j={1,2},

where ®;, T; and T, are the functions holomorphic in B;, E ={z: 29> —¢f(x1)}
and By = {z: z3 < —ef(x1)}, respectively, a bar over a symbol denotes the complex
conjugation and « is the angle between axes ¢ and x;.

According to (4), the values of the functions ®; and Y; at infinity are following:

lim ®;(z)= lim Y,(z)= 09/4.
To——00 To—+00

The complex potentials ®; and T; in the first order approximation can be written in

the form
Qj(2) = Py (2) +e@j1y(2), Tj(2) =Tj)(2) + T ().

The boundary values of functions @ (,,), T () and Ultst(m) are expanded in the Taylor
series in the vicinity of the line x9 = 0, considering the real variable x; as a parameter.
For the first-order approximation we can write

() (Q) = Yy (1) +ief(21) T, (21),  m={0,1},

here ¥,y could be any of the above-listed functions.
According to equality ef’(z1) = tga, the following linearization of an exponential

function can be written: _
e 2 =1 — 2ief'(x1).

Based on the solutions of the Riemann—Hilbert problems on the jumps of analytical
functions at the line o = 0, the complex potentials are obtained as it follows:

0%, (2) = =T15,,)(2) + Bin(2) + Oy, Imz >0,

T3 (2) = =95, (2) + Bin(2) + O;,, Imz <0,
Zm(2) + Vi 16
Tg(m)(z) _ M2 (2) + Vin(2) n Ofm Tmz > 0, (16)
H1 + paos
Y (2) = Vin
D5y (2) = H22m(2) — Vi (2) +02, Imz<O.
Ua + 1222
i L[ o ® L LT ELD) 0
In this f la ¥,,(2) = — —dt+— ToLdt, Vin(z) = — Mo dt,
n this formula (2) o / P + o po— (2) 5 S~

— 0 —o00 —o0
s; = 4v; — 3, v; is the Poisson ratio of elastic domain B, O} = of/4, O] =0, F] =0,

functions FY = 0 are known and can be found in [14].
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In the case of the zero-order approximation, we arrive to

Ms(%g + 1)0’8
8o

)

Dj0)(2) = Tj0)(2) = 03 /4, o0y (a1) =

1o +1 .
o11(0)(2) = 0?7 o) = %0& z€ By, j={1,2}.

For the first-order approximation, the solution is derived in trigonometric form

oM, |Ri(1 - r)od — RQO—;(O)b}
2#2 + M,R1b ’

Opy1y = —Dcos (bx1), D=

here Ry = 321 /(r + 301) + 302 /(1 + 1352), Ro = 51 /(v + 301) — 522/ (1 + 1322).

The complex potentials can be found from equation (16). After that, one can obtain
the stress tensor components from equation (15) as well as components of strain tensor from
equation (3). Taking into account the form of initial interface undulation and integrating
linearized evolution equation (14) over the time, we obtain the governing equation which
gives the exponential growth or decay of amplitude A with time:

A(r
ln( Iég. )) = P(a7>\lnulaA27:u’27)\s,Hs,707K1,K2’0'?70'8)7-7
0

where P is a known function which depend on the physical and geometrical parameters of
the problem.

The critical value of initial wavelength a., corresponding to the state of equilibria
could be found from the following equation:

P(a7)\1;,ufla A27M27)\Su;u'Sa/yO7KluK27o—?7o—g) =0.

Perturbations with wavelength below a., are stable in the sense that they will be eliminated
by diffusion, i. e. the amplitude of initial perturbation will be decreased with the time.
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Fig. 2. Dependence of normalized amplitude change on perturbation wavelength
for My =6.099 N/m (a) and M, = 60.99 N/m (b)
1—r=0;2—r=01;3—r=0.3.
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To analyze the stability of curved interface in heteroepitaxial system, we consider
the aluminum substrate with the elastic constants Ay = 58.17 GPa and us = 26.13 GPa
covered by an arbitrary metal coating with the shear modulus p; = rus and with the
thickness that is much greater than the interface undulation wavelength. Due to the fact
that we consider the metal-on-metal system, the Poisson’s ratios are assumed to be equal
1 = vy = 0.345. Figure 2 shows the dependence of normalized amplitude change on
perturbation wavelength for 79 = 1 N/m, 09 = 1 GPa, diffusion ratio K = K;/Ky = 1
and different stiffness ratios » = {0,0.1,0.3}. The intersection of lines with abscissa gives
the critical wavelength values a.,.

4. Conclusion. This paper contains the further development of the theoretical
methods for studying the formation of topological defects on free and interfacial surfaces of
composite materials [5, 15]. Based on thermodynamics and solid mechanics framework, we
derived the equation which describes the change of perturbation amplitude with time.
Considering the metal-on-metal interface, it was found that the critical perturbation
wavelength increases with increasing stiffness ratio r and interface stiffness M. The
considered problem can be reduced to a problem of morphological instability of stressed
solid surface presented in [15] by equating r = 0. The solutions of both problems are found
to be in good agreement.
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AHanu3 ycTOMYMBOCTU HAHOCTPYKTYPHUPOBaHHOU MexKda3Hoii
rpaHuibl uMaTepuasaa*

I M. Illysanos, C.A. Kocmwipro

Canxkr-IleTrepbyprckuit rocymapcrBennsiit yuusepcuret, Poccuiickas Penepanus,
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B crarpe mokazaHo, YTO HAHOCTPYKTYypHMpOBaHHAs MexkdasHas I'DaHUIa OuMarepuasia
HeyCcTOYnBa u3-3a MudOY3UOHHOTO MOTOKA ATOMOB B0/Ib Hee. OCHOBHAs TEb HUCCIEITO0-
BaHUS — ONPEIEUTh yYCJIOBUS, IPU KOTOPBIX OyIeT HAOIIOAATHCS MOPGOTOTUIECKAs yCTOW-
4UBOCTb MexKas3Hoil rpanunbl. JlJIs 9TOro ¢ MCIOJIL30BAHUEM YPABHEHMI TEPMOIUHAMIU-
KM ¥ TeOpWH yIpyroctu ObuIa paspaboTaHa COOTBETCTBYOIIAsi Momeab. COryiacHO Teopuu
MMOBEPXHOCTHOM ympyroctu ['epruaa—Mepmoka MexkdasHas 00/1aCTb PACCMATPUBAETCS KaK
peHeOPEeKMMO TOHKHUN CJIOH € yHIPYTHMU CBONCTBAMH, OTJIMYHBIMUA OT CBOWCTB OObEMHBIX
marepuasioB. CKOpocTh pocra pesbeda MeK(da3HON MOBEPXHOCTH 00YCIOBICHA H3MEHEHUEM
XUMUYIECKOTO MOTEHIINAIa BIOIb Hee, KOTOPBI, B CBOIO OYEPEIb, 3aBUCUT OT MEXK(a3HBIX
n 06beMHBIX HanpsikeHuil. Pacupesesenne HanpsizkeHuit BJI0JIb MeK(Pa3HOM IPAHUIIBI HAXO0-
JIUTCS U3 PENIeHUs MJIOCKON 3aJ[a9i TEOPUH yIPYTOCTH B YCIOBUSIX IJIOCKOHN medopmarium.
Ilocite aTOrO BHIBOAWMTCS JIMHEAPU30BAHHOE SBOJIIOIMOHHOE YPABHEHUE, KOTOPOE OMUCHIBAECT
U3MEHEHNe aMILIATYbl UCKPUBJICHHUST MEXK(DA3HOH I'PAHUIBI CO BDEMEHEM.

Kmouesvie car06a: MeTON BO3MYIIIEHUI, SBOTIOIMOHHOE YpaBHeHUe, Tuddy3usi BIOIb TPAHU-
bl pas3zena, Mexxda3Hoe HaIPsKEHIeE.
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