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PHASE-FIELD MODELING

The epitazial growth of thin films with regard for the anisotropy of the adsorbate surface dif-
fusion induced by electromigration effects has been studied theoretically in the framework of
the phase-field theory and with the use of numerical simulations. The influence of the coef-
ficient of electromigration-induced anisotropic diffusion, which is proportional to the applied
electric field strength, on the dynamics of growth of the film thickness and the height of sur-
face structures, growing surface morphology, statistical characteristics of the surface multilayer
adsorbate structures, and distribution of surface structures over their heights is revealed.
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1. Introduction

The formation of surface structures at elevated tem-
peratures is a result of the self-organization of ad-
sorbed atoms. It is usually driven by such kinetic fac-
tors as the rates of processes running at the growing
surface. One of the interesting phenomena that af-
fect the formation of a surface morphology at high
temperatures is the electromigration, which emerges,
when an electric current passes through the sub-
strate [1,2].

The electromigration is the transport of a material
caused by an electric field. This phenomenon com-
prises an important technological problem, especially
concerning the reliability of electronic circuits, which
are widely used in modern micro- and nanoelectron-
ics. Atoms move in solids due to diffusion processes
and under the action of the electron wind force. The
latter arises owing to the momentum transfer from
conduction electrons that are scattered at ions in the
solid bulk and push those ions along the electron flow
direction. The presence of a driving force makes the
diffusion process in a material anisotropic and di-
rected along the force direction. As a result, there
appears a net atomic flow in this direction.

The overwhelming majority of researches devoted
to the electromigration were begun in the 1970s.
Mostly, these were experimental studies. It was
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shown that an electric current, when passing through
a substrate, effectively heats its surface and, as a re-
sult, the induced spatially oriented drift of adatoms
begins to play a substantial role in the formation of
surface structures at deposition [3-6]. A reorganiza-
tion of the step-like structure of adsorbate islands
was observed on silicon substrates [7, 8]. The strong
electromigration effects manifested themselves in the
processes of the vanadium surface morphology evo-
lution [9] and the epitaxial growth of semiconductor
heterostructures [10]. It was found that the surface
structures grow according to the Stransky—Krastanov
mode at low deposition temperatures [11-14]. At the
same time, at elevated temperatures, such processes
are associated with dewetting of the deposited mate-
rial layers [15, 16]. Thus, the electromigration effects
induced by a potential difference applied to the op-
posite substrate sides can substantially influence the
dynamics of the surface morphology evolution at ele-
vated temperatures. This effect can result in a modifi-
cation of the coating morphology in comparison with
the isotropic case of deposition obtained in the ab-
sence of the external field.

The processes of formation and growth of multi-
layer adsorbate structures during the epitaxial growth
of thin films were also analyzed theoretically using a
number of methods in the framework of the multi-
scale modeling scheme (see, e.g., work [17]). This ap-
proach makes it possible to qualitatively describe the
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processes running at the atomic level [18] with the
help of the diffusion time scale [19] and the processes
of step-structure formation [20]. It also allows us to
study the dynamics of surface morphology changes
[21, 22].

When describing the dynamics of surface morphol-
ogy changes at the mesoscopic level, approaches based
on the phase-field theory are widely applied. This
method was first proposed in work [23] to simulate the
epitaxial growth dynamics of adsorbate islands. La-
ter, it was developed in work [24]. A further general-
ization of this approach made it possible to study the
influence of the adsorbate surface flow fluctuations
and the local changes of the surface temperature in-
duced by the adsorption/desorption processes on the
surface growth dynamics and surface morphology.

The influence of such parameters as the deposition
flux, energy of interaction of an adsorbate with the
substrate, and relaxation time of a surface tempera-
ture on the statistical parameters of the growing sur-
face and surface structures was studied in work [25].
However, the cited study was performed assuming
the isotropic surface diffusion of an adsorbate. Theo-
retical researches of electromigration effects at the de-
position were mainly carried out by considering the
interaction between the applied electric field and the
effective charge of surface atoms [26-29].

In this work, we will develop the phase-field method
to describe the epitaxial formation and growth of mul-
tilayer adsorbate surface structures taking the elec-
tromigration effects into account. At numerical sim-
ulations, the effects of directed adatom drift are in-
volved by introducing anisotropic surface diffusion of
adsorbate. The influence of the induced diffusion co-
efficient on the growth dynamics, morphology, and
statistical properties of the surface will be analyzed.

The structure of the work is as follows. A math-
ematical model describing the evolution of the ad-
sorbate concentration and the surface height, which
is based on the phase-field method, is developed in
Section 2. Section 3 contains information about the
details of a numerical simulation procedure. In Sec-
tion 4, the simulation results are discussed. The final
section contains the main conclusions of the work.

2. Mathematical Model

Let us consider the evolution of a dimensionless ad-
sorbate concentration x on the substrate. The param-
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eter x is defined as the ratio between the number of
adsorbed atoms (adatoms) N, and the total number
of adsorption sites Ny in each unit cell with the size /;
i.e. x = N,/Ng, so that € [0,1]. Only the homoepi-
taxial processes are taken into account, i.e. when the
chemical composition of the deposited substance does
not differ from that of the substrate. The considera-
tion is carried out in the framework of the phase-field
theory.

The space-time evolution of the adsorbate concen-
tration during the epitaxial growth is described by an
equation of the reaction-diffusion type. In the stan-
dard form, it looks like

O = R(x) — V J. (1)

Here, the first term on the right-hand side corre-
sponds to the reaction component. It is determined
by the processes that take place at the surface in the
course of deposition. The second term describes the
surface adsorbate flux.

Among the main reaction processes, the adsorp-
tion and desorption are distinguished as a rule. In the
course of epitaxial growth, adatoms are deposited at
a certain rate k,, which is proportional to the deposi-
tion flux. The adsorbed atoms can be desorbed back
to the gas phase at the rate kgo, which is determined
in terms of the effective adatom lifetime 74 and the
desorption activation energy Fqes by the formula

k 1 Edes
= —exp|—
d0 . p T )

where T' is the deposition temperature expressed in
energy units. Since adatoms are mobile interacting
particles, the adatom-adatom interaction can mod-
ify the desorption rate, kq = kqoexp(U/T), where
U(r) is the interaction potential between the adsor-
bate atoms.

The total surface flux of adsorbate, J, includes the
ordinary diffusion flux (—DVz) and the flux associ-
ated with the interaction potential U(r). The latter
determines the thermodynamic force f = —V(U/T)
that acts on the adsorbed particles and induces the
flux vz of adatoms. The velocity v is determined in
the standard way from the Einstein ratio v = Df.
The flux induced by the interaction between the ad-
sorbates is possible only to (1 — x) free sites. The
surface diffusion coefficient D is determined in the
standard way: D = a’vexp(—Eqiz/T), where a is
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the substrate lattice parameter, v the frequency fac-
tor, and Eg; the diffusion activation energy (Fqig >
> Edes>~

In order to find an expression for the interaction
potential between the adatoms, U(r), let us apply the
self-consistent approach. Then, U(r) is a function of
the binary attraction potential between two adsorbed
particles u(r) and is written in the form

A similar approach was widely used in theoretical
studies of the epitaxial growth processes [25, 30, 31],
spatial ordering taking place in the course of surface
structuring at the condensation [32-34], radiation-
induced defect structuring [35, 36|, and so forth. In
the framework of this approach, the adsorbate-
adsorbate interaction energy e is determined by the
integral € = [w(r)dr. Then, the first approximation
for the interaction potential U brings about the for-
mula U(z(r)) ~ —ex(r).

Ultimately, using the obtained expression for the
adsorbate-adsorbate interaction potential and com-
bining the reaction and diffusion components, we
transform Eq. (1) for the space-time evolution of the
adsorbate concentration into the form
Ox —ex 2
5 = F—ze™™ 4+ Do (V& — eV M(x)Vaz]. (2)
Here, the dimensionless time ¢ is measured in kgp-
units, and the dimensionless parameters F' = k, /kqo,
Dy = D/kqgo and ¢ = ¢/T, as well as the nota-
tion M (x) = z(1 — z), are introduced. From Eq. (2),
one can see that the flux induced by the adsorbate-
adsorbate interaction is directed opposite to the or-
dinary diffusion flux.

When studying the surface growth processes in
the framework of the phase-field theory, the surface
height at a definite substrate point and at every time
moment is determined by the value of the phase
field ¢(r,t), which is the effective order parameter
[24]. The surface height is measured in the units of
the lattice parameter a and corresponds to the num-
ber of monolayers. Following works [23,24], the equa-
tion of space-time evolution for the phase field ¢ is
written in the form

o6 oA
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where the free energy

= / dr[w?(V6)2/2 + H(6, )] (4)

is determined through the density H, and the param-
eter w is the dimensionless coupling constant.

While describing the growth of multilayer adsor-
bate structures with terraces, let us assume, following
the results of work [23], that the local stable minima
of the order parameter correspond to the terraces in
the pyramidal structures, whereas the rapid spatial
change of the order parameter determines the posi-
tion of a step in this structure. To model the process
of formation of a large number of terraces in the ad-
sorbate structures, we use the following expression for
the free energy density [30]:

H(6,7) = 5- cos(2lo — 6.]) -

~a (64 5 sin2elo - 0.) (5)

where the parameter A\ determines the terrace width,
and the parameter ¢, corresponds to the initial sur-
face height. Hence, the dynamics of adsorbate struc-
turing at the epitaxial growth is described by the sys-
tem of equations (2) and (3) taking Egs. (4) and (5)
into account.

The main aim of this work is to reveal the influ-
ence of electromigration effects, which emerge, when
an external electric field is applied to the substrate,
on the dynamics of surface growth at the deposition,
as well as the surface morphology and its statistical
characteristics. The application of an electric field to
the substrate, when the field direction is parallel to
the substrate surface, induces variations in the inter-
nal local electric field, which can bring about the ap-
pearance of a directed force F = eZE, where e is the
electron charge. The magnitude of the field strength
|E| = —®/L is determined by the potential difference
® across the substrate and the linear substrate size L
(the distance between the anode and cathode). The
direction of the force vector Fg) is given by the effec-
tive valence Z, which is negative for most metals, so
that the adsorbed atoms move in the opposite direc-
tion to the electric field.

In order to take the electromigration effects into
account, when carrying out a numerical simulation,
let us assume that the surface diffusion of adatoms
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can be generalized by considering the directed mo-
tion of adatoms with the diffusion coefficient D,,, in
one of the directions induced by the electric field. The
simplest case of such anisotropic diffusion in the case
where the electric field is directed along the direction
x is described by the expression +D.,,, V,x(r), where
the sign + is determined by the relative arrangement
of the cathode and anode. Thus, the general system
of dynamic equations for the adsorbate concentration
x(r,t) and the phase field ¢(r,t), which describes the
epitaxial growth of a pyramidal adsorbate structures
with the electromigration effects, reads

% =F —xe "+

ot 106

+ DoV M(2)Vx + Doy Vo — 20t (6a)
80 — 28 +sin(ng) + Aa(l +cos(re)),  (6)

where the notation M(x) =1 —eM(x) is used, and,
for simplicity, it is put that ¢s = 0. The last term
on the right-hand side of Eq. (6a) describes the dy-
namics of the adsorbate concentration on the growing
layer. The component 1 4 cos(7w¢) on the right-hand
side of Eq. (6b) means that the minima of the free
energy H take place at ¢ = 2n + 1 irrespective of the
adatom concentration [24].

3. Details of a Simulation Procedure

The processes of homoepitaxial surface growth were
studied with the help of numerical simulations. For
this purpose, the system of equations (6) was nu-
merically solved on a two-dimensional square L x L
mesh with the linear size L = 512¢ and periodic
boundary conditions. The spatial derivatives were
calculated in the r-space using a standard finite-
difference scheme. For the calculation of the deriva-
tive VM (z)Vz, the following mathematical construc-
tion was applied [37]:

Miy1j+Mij Tiv1j = Tij

ViiM;;jVijzi; = B) (Az)?

B M+ M1 x5 —%i—1 i
2 (Ax)?

n Mi o1 + Mij x40 —Tij
2 (Az)?

M 4+ M wi — @i (7)
2 (Azx)2 7

where the notation M; ; = M (x; ;) is used.
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The system of equations (6) was integrated with
the double-precision accuracy and making use of
the Verlet algorithm [37]. The integration steps were
equal to Az = 1.0 for the spatial coordinate and
At = 1073 for the temporal one, which provided
the stability of the selected method [38]. The calcu-
lations were carried out till the dimensionless time
t = 103. Hence, in the course of one simulation proce-
dure, each of 524288 equations was solved 106 times.

The Gaussian distribution with (¢(r,0)) = 0 and,
taking the nonzero substrate roughness into account,
{(6¢)?) = 0.1 was chosen as the initial condition for
the phase field ¢(r,t). For the adsorbate concentra-
tion field z(r,t), we put z(r,0) = 0. The calcula-
tions were performed at the fixed values w? = 2 and
A = 10 of the parameters that control the phase-field
dynamics and at Dy = 1. As was shown in works
[25, 30], the growth dynamics of a thin structured
film and its morphology under isotropic surface dif-
fusion conditions are mainly governed by the param-
eters I’ and . In order to study the influence of the
anisotropic diffusion with the coefficient D,,, on the
surface growth dynamics and the statistical proper-
ties of the surface, we took F' = 2 and € = 4. This
parameter set corresponds to the case where well-
pronounced pyramidal structures of the adsorbate
are formed in the course of epitaxial growth in the
isotropic case.

4. Results and Their Discussion

The snapshots illustrating a typical evolution of the
surface morphology, i.e. the field ¢(r,t), at fixed time
moments t are shown in Fig. 1. They were calcu-
lated by simulating the process of homoepitaxial film
growth in the absence of an electric field near the
substrate (model with the isotropic surface diffu-
sion). Here, the gray color intensity corresponds to
the height of the growing surface, which varies from
the minimum ¢.;, (black color) to the maximum
¢max (White color).

One can see that in the course of system evolu-
tion described by the system of equations (6), the
processes of adsorbate self-organization lead from the
initial uniform Gaussian distribution of the surface
height field, i.e. the order parameter ¢, to the forma-
tion of separate adsorbate islands. Distinct terraces of
pyramidal structures are formed at the early stages of
the adsorbate structure evolution. Those structures
grow in time: their heights and linear sizes become
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t >

Fig. 1. Typical evolution of the surface morphology at the epitaxial growth in the absence of electromigration

effects

larger. If the deposition time is long enough, the ad-
sorbate structures begin to interact with one another
so that larger pyramids absorb smaller ones. The fi-
nite size of the lattice and the periodic boundary con-
ditions give rise to a single pyramidal structure in
the limit of a very long deposition time. It should
be noted that, according to the considered model,
the minimum value of the phase field, ¢nin, increases
in time. This circumstance means that both the film
thickness and the height of the superficial multilayer
structures increase in the course of deposition.

In order to statistically analyze the surface growth
process at the deposition [39], let us consider the dy-
namics of the phase field dispersion (the standard de-
viation of ¢)

W2t = ([é(r,1) - (o, 0))
the phase field asymmetry

((6(x) = (@ (0)°)
(W2)*/?

ms =

)

and the phase field excess

(o) = (6"
AT

where (¢(r,t)) is the average value of the surface
height determined at every time moment ¢ in the stan-
dard way,

(b(r,t)) =L o(r,1).

The dispersion W?2 plays the role of an order parame-
ter for the structuring process. Its increase with time
testifies to the presence of ordering processes, i.e. the
growth of surface structures. The asymmetry param-
eter mg characterizes the symmetry of the surface
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height distribution (the phase field ¢(r)) with respect
to the average level. In particular, a positive mg-value
means that most points at the surface are located
above the average level (¢(r)); if ms < 0, the major-
ity of the values of the surface height field are smaller
than the average value (¢(r)). Finally, the excess pa-
rameter m, characterizes the randomness of a height
distribution and describes the surface stochasticity
with respect to the Gaussian surface. For a surface
characterized by the Gaussian distribution of heights,
we have m3z = 0 and my = 3.

The dependences W?2(t) obtained for various val-
ues of the electromigration-induced diffusion coeffi-
cient D.,, are depicted in Fig. 2, a. One can see that,
at the initial stage of epitaxial growth (stage I), the
dispersion W? does not change in time and has mag-
nitudes of about 1072 for all values of the induced
diffusion coefficient D.,,. At this stage, the adsorbate
is accumulated in the first layer. The start of the film
growth processes is accompanied by an oscillatory dy-
namics of W?2(t) as long as W? < 1 (stage II). The
frequency of oscillations is not sensitive to the in-
duced diffusion coefficient. For larger values of the in-
duced diffusion coefficient, the oscillatory dynamics of
W?2(t) takes place during longer deposition times. At
the next stage (stage I1I), the value of W2 increases
with time, and the corresponding growth dynamics
substantially depends on the anisotropy degree of the
adsorbate surface diffusion determined by the param-
eter Dgyy,.

From a comparison between the curves calculated
for the isotropic (Dey, = 0, curve 1) and anisotropic
(Dern, = 0.5, curve 2) cases, it follows that the
electromigration-induced anisotropy of the surface
diffusion hinders the surface structuring in the course
of deposition. An increase of the anisotropic surface
diffusion coefficient of the adsorbate stimulated by
applying an electric field to the substrate addition-
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Fig. 2. Time dependences of (a) the dispersion W2, (b) the
asymmetry ms, and (c¢) the excess my at various values of the
diffusion coefficient Dem,. The inset in panel (a) demonstrates
the dependence of the time t. required for a stationary regime
to be established on the diffusion coefficient D¢y,

ally hinders the surface structuring process and fi-
nally leads to the establishment of a stationary regime
in the W?2(t)-dynamics (see curve 3 calculated for
D, = 0.8, the section after t = t.). Larger values
of the electromigration-induced diffusion coefficient
De,, give rise to shorter time values t. (cf. curves &
and 4 in Fig. 2, a). A more detailed analysis showed
that t. exponentially decreases, as D, increases,
which is illustrated by the solid curve in the inset in
Fig. 2, a (numerical simulation data are exhibited by
circles). If the surface diffusion anisotropy is strong
enough, e.g., D.,, > 1, a further increase of Dg,,
brings about a slowdown of the W?2(¢)-dynamics (see
curves 5 and 6 in Fig. 2, a).
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The evolution dynamics of the asymmetry mg
and the excess my4 is shown in Figs. 2, b and
2, ¢, respectively. At the initial deposition stage,
the both parameters acquire the Gaussian values,
mz ~ 0 and my4 ~ 3, and this stage corresponds to
stage I in the W2(t)-dynamics. The oscillatory dy-
namics of both quantities (stage II) is characterized
by much larger amplitudes as compared with the
order-parameter dynamics W?2(t). At the late deposi-
tion stage (stage III), both m3 and m4 change weakly
with time. It should be noted that, for certain values
of the anisotropic diffusion coefficient, the both quan-
titiesdemonstrate a stationary regime (see curves &
calculated for D.,, = 1). However, the stationary
character of the W?2-, ms-, and my-values only tes-
tifies to the invariance of the statistical parameters of
the growing surface rather than the stationary char-
acter of the deposition or film growth processes. The
growth dynamics of the film thickness and the surface
structure height will be analyzed below.

In order to study, in detail, the hindering of the
surface growth dynamics by electromigration effects
induced by an external electric field, let us calculate
the average time (t) required for one thousand atomic
layers to grow at various values of the induced dif-
fusion coefficient D.,,. The results obtained are pre-
sented in Fig. 3 as solid circles. It is evident that the
average time required for 1000 atomic layers to grow
increases with the diffusion coefficient D,,,,. It should
be noted that the law describing the dependence (t)
versus Dg,, changes, when D.,, exceeds a critical
value D¢, ~ 0.95. The numerical results obtained at
D¢y, < D¢, can be well approximated by the expo-
nentially growing function (t) = ¢1 + a1 exp(Dem /b1)
(the dashed curve in Fig. 3). At Dy, > D¢, the av-
erage time (t) increases more slowly with D,,,, and
the numerical results correspond to the logarithmic
dependence (t) = to 4+ ag In(Dey, /b2) (the solid curve
in Fig. 3). The maximum value of the coefficient of
determination was a criterion for approximating the
obtained numerical data.

Now, let us analyze the growth dynamics of the
film thickness and the height of the surface pyrami-
dal structures by varying the induced diffusion coeffi-
cient Dg,,. As was mentioned above, both the maxi-
mum, @max, and minimum, ¢y, values of the phase
field ¢ increase in the course of deposition. There-
fore, the parameter d = ¢nin can be associated with
the thickness of a film consisting of densely packed
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adatoms. Then the height of the surface structures
is determined as the difference h = (¢max — Gmin)-
The temporal evolution of the parameters d and
h is illustrated in Fig. 4 by the dashed and solid
curves, respectively. The exhibited results correspond
to the parameter values (d,h) > 1. The stages of
adsorbate rearrangement on the substrate are ne-
glected. Curves I were obtained for the isotropic case
(Dem = 0), and curves 2 for the anisotropic one with
Do = 1.5.

First of all, it should be noted that the electromi-
gration does not affect considerably the law of the
film thickness growth, d(t) ~ bt, where the growth
rate decreases from b = 3.04 at D, = 0 to b = 2.68
at Deyn, = 1.5 (dashed curves 1 and 2, respectively, in
Fig. 4). At the same time, the growth dynamics h(t)
of the surface structure height substantially depends
on the diffusion coefficient D.,,. Namely, the growth
of De,, leads not only to a significant decrease in the
surface structure height, but also to the appearance
of a certain randomness in the character of the depen-
dence h(t) [cf. curves I (Dey, = 0) and 2 (Dep, = 1.5)
in Fig. 4].

It should also be noted that the power-law depen-
dence h(t) o t° is realized for the structure height at
the late evolution stage. The analysis of solid curves 1
and 2 shows that the growth index J depends on the
diffusion coefficient D.,,. The inset in Fig. 4 demon-
strates the values of the growth parameter § for var-
ious Dg,, values. One can see that the growth in-
dex § firstly decreases to a certain minimum value
at D¢y, < D¢, and then begins to increase. Hence,
the strengthening of electromigration effects leads, on
the one hand, to smaller heights of surface structures
and, on the other hand, to a more intensive growth
dynamics of structure heights at the late stage. Fur-
thermore, if D.,, > D¢,,, the growth index does not
depend on the induced diffusion coefficient and ac-
quires the value § ~ 0.46 (see the inset in Fig. 4).

Now, let us analyze the influence of the diffusion co-
efficient D,,, on the average film thickness, (d), and
the average height of surface structures, (h), obtained
after a long-term deposition (at ¢ = 10?) in the quasis-
tationary regime. The corresponding results are pre-
sented in Fig. 5. One can see that if D.,, < D¢,
the larger electric field strengths near the substrate
lead to narrower film thicknesses and smaller heights
of the surface structures. It should be noted that, in
this case, the film thickness decreases only by 15%,
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Fig. 3. Dependence of the time (t) required for 1000 atomic
layers to grow on the diffusion coefficient Deq,. The parameters
of approximation curves are t; = 312.37, a; = 22.4, and b; = 1
(dashed curve); and t2 = 374.55, a2 = 2.6, and by = 0.76 (solid
curve)
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Fig. 4. Time dependences of the film thickness d (dashed
curves) and the height of surface structures h (solid curves) for
various values of the diffusion coefficient Dey, = 0.0 (curves 1)
and 1.5 (curves 2). The dependence of the growth index § on
the diffusion coefficient D¢y, in the long-term deposition limit
is shown in the inset

whereas the height of surface structures and, accord-
ingly, the number of layers in pyramidal structures
decreases considerably with the growth of D.,,. At
the same time, if D., > D¢, the electromigra-
tion does not substantially affect the (d)- and (h)-
values. Thus, the electromigration effects destroy the

terraces of pyramidal adsorbate structures and favor
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Fig. 5. Dependences of the average film thickness (d) (left
panel) and the height of surface structures (h) (right panel) on
the diffusion coefficient D¢y, in the long-term deposition limit
(t =103%)
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Fig. 6. Dependences of the statistical moments mg (left panel)
and my4 (right panel) on the diffusion coefficient Dem, at t = 103

Fig. 7. Typical examples of a surface morphology in the qua-
sistationary regime of film growth at various values of the dif-
fusion coefficient D¢,
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Fig. 8. Distributions of the surface height reckoned from the

average value (¢) for the structures shown in Fig. 7

the homogenization of the adsorbate distribution over
the film.

To characterize the influence of the electromigra-
tion-induced anisotropy of the surface adsorbate dif-
fusion on the surface-height distribution after a long-
term deposition, let us analyze the dependences of
the asymmetry mgs and excess my4 of the surface ob-
tained at ¢ = 10% on the field-induced diffusion co-
efficient D,,,. The calculated dependences ms(Dep,)
and mg4(Dey,) are shown in Fig. 6.

Typical examples of the surface morphology ob-
tained after the long-term evolution (¢t = 103) with
various values of the diffusion coefficient D.,, are
exhibited in Fig. 7. The calculated distributions of
the height fields over their values are presented in
Fig. 8. The analysis of the obtained results testifies
that if the diffusion is isotropic (Dem, = 0), the
surface is characterized by the values ms > 0 and
my < 3. This means that the surface is statistically
different from Gaussian. Namely, the height distri-
bution is asymmetric and the majority of surface
height values exceed the average value. The height
field distribution calculated for D.,, = 0.0 is given
in Fig. 8. The numerical data are exhibited by hollow
circles. They agree well with the Generalized Extreme
Value Distribution, which looks like [40]

f(¢) = £~ exp (—2) exp {—exp (—2)},

where z = (¢ — u)/k, and p and k are approximation
parameters. This distribution is evidently asymmet-
ric, and most of the ¢-field values are larger than
the mean value (¢). At the same time, for the most
probable value ¢,, we have ¢, < (¢). The deviation

ISSN 2071-0194. Ukr. J. Phys. 2021. Vol. 66, No. 5



Electromigration Effects at Epitazial Growth of Thin Films: Phase-Field Modeling

of my from a value of 3 typical of the Gaussian dis-
tribution (see Fig. 6) testifies to the spatial ordering
of adsorbates on the surface, with the implementa-
tion of terraces in the spatial distribution of heights,
which is different from the case of the Gaussian ran-
dom field.

With the growth of the induced diffusion coefficient
D.,,, the values of both statistical quantities m3 and
my4 become somewhat larger, achieve corresponding
maximum values, and afterward decrease to corre-
sponding fixed values, with the asymmetry parameter
changing its sign at D.,, = DY, . Hence, the enlarge-
ment of D, leads to a morphological transformation
of the surface structure from a surface with the ma-
jority of height values exceeding the average value to a
surface with the overwhelming majority of height val-
ues being smaller than the average value. In this case,
a decrease of the excess value m, with the growth of
D.,, testifies to an increase of correlations along the
surface and, as a result, an increase of the width of
terraces in the surface structures.

At D.,, = 0.5, the surface adsorbate structures
are characterized by the electromigration-induced
anisotropy in the direction of the electric field applied
to the substrate (see Fig. 7). In this case, the surface
height distribution becomes more symmetric and has
two main peaks: at ¢ = ¢, < (¢) and ¢ = ¢.;f > (¢)
(see the D.,, = 0.5-distribution in Fig. 8). The cor-
responding numerical data are approximated well by
a superposition of two Gaussians.

If the induced diffusion coefficient increases further,
the surface structures become elongated along the
field applied to the substrate (see the De,, = 0.8-
example of the surface morphology in Fig. 7). It
should be noted that, in the case D.,, ~ 0.8, we
have ms = 0 (see Fig. 6), which means a symmetric
distribution of surface height values with respect to
the average value (¢) [see panel D.,, = 0.8 in Fig. &;
the solid curve is the approximation of numerical data
(hollow circles) by a single-mode Gaussian, for which
bp = (9)].

At even higher values of the induced diffusion co-
efficient, De,, > D¢,,, both the asymmetry and
excess parameters do not depend substantially on
Dep (see Fig. 6). Under such growing conditions,
the applied electric field leads to the destruction of
well-pronounced surface pyramidal structures. In this
case, a single percolating cluster of the adsorbate is
formed, which possesses a small number of wide ter-
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races with non-smooth boundaries (see the D, =
= 1.0-snapshot in Fig. 7). The corresponding sur-
face differs substantially from the Gaussian one, be-
ing characterized by the excess value mg ~ 1.85
(see Fig. 6). The asymmetry value mz ~ —0.15 tes-
tifies that the majority of the height field values
are smaller than the average value, but this ma-
jority is not considerable. The corresponding height
distribution calculated in the case D.,, = 1.0 is
shown in the D.,, = 1.0-panel in Fig. 8. It demon-
strates the presence of a small number of terraces
(the number of peaks is equivalent to the number of
terraces).

5. Conclusions

In this work, the influence of electromigration effects
on the dynamics of epitaxial growth of thin films is
studied in the framework of the phase-field theory and
using the numerical simulation procedure. The elec-
tromigration effects are taken into account by intro-
ducing a directed flux of adatoms with the diffusion
coefficient proportional to the strength of the electric
field applied to the substrate.

It is found that an increase of the induced diffusion
coefficient leads to a slowdown of the growth dynam-
ics for both the film thickness and the height of the
surface multilayer adsorbate structures, as well as to
the symmetry of the height field distribution over its
values. It is shown that the electromigration effects
lead to the formation of anisotropic surface struc-
tures. At the coarsening stage, the growth dynam-
ics of structure heights is given by a power law. The
corresponding growth index increases to a stationary
value of about 0.46, as the induced diffusion coeffi-
cient increases to a certain critical value. At large in-
duced diffusion coefficient values, the process of epi-
taxial growth gives rise to the formation of a multi-
layer percolating structure of the adsorbate with wide
terraces characterized by non-smooth boundaries. If
the coefficient of induced diffusion exceeds the critical
value, the dynamics of surface growth and its statis-
tical properties do not depend substantially on the
electric field strength.

The results obtained in this work can be useful for
predicting the dynamics of epitaxial film growth in
the presence of an electric field near the substrate and
for correcting the technological conditions while grow-
ing surface structures with a required morphology.
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A.B. /Ieopruuerxo

E®EKTU EJIEKTPOMITPAIIIT
TP EIITAKCIAJIBHOMY POCTI TOHKHUX IIJIIBOK:
MOZJEJIFOBAHHS{ METOJOM ®A30BOI'O ITOJIA

Y poboTi NPOBOJUTHCS TEOPETUYHE JIOCII/I?KEHHS IIPOIECY PO-
CTy TOHKMX ILIIBOK IIDM €IiTakcil 3 ypaxyBaHHSAM aHi30Tpomil
rnoBepxHeBol nudy3il agcopbary, iHmykoBaHOl edekTamu eJe-
KTpoMirpariil, B paMKax Teopil (»a30BOro 1moJjisi 3 BUKOPUCTAH-
HSIM IPOLEAYPHU IUCIOBOIO MOJEJIIOBAHHA. BcTaHOB/IEHO BILINB
KoedilienTa iHyKOBAHOI aHI30TPONHOI Audy3il, MpOonopIiifHO-
ro 10 HAIIPY?KEHOCTI IiIBEIEHOTO €JIEKTPUTIHOIO MOJIsl, Ha -
HaMiKy POCTY TOBIIMHU ILJIIBKA Ta BHCOTU IIOBEPXHEBUX CTPY-
KTYP, MOP@OJIOrifo 3p0CTaov0l IOBEPXHI, CTATHCTUYIHI BJIACTH-
BOCTi ITOBEpXHEBHUX 0araromapoBUX CTPYKTYp ajcopbary Ta
POBIIO/IiJI TOBEPXHEBUX CTPYKTYP 3a BUCOTOIO.

Katwwoei caoea: meron (a3oBoro moss, emiTaxciaabHUN
picT, IOBEPXHEBI CTPYKTYPH, €JIEKTPOMIrpallis, YUCJIOBI CUMY-
JIsinil, CTATUCTUYHI BJIACTHUBOCTI.
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