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Fig. 1. CUB (a), DEC (b) and ICO (c) microstructure with
923 atoms. The three clusters are a non-crystalline struc-
ture organized in shells. The DEC and CUB consist of
{111} and {100} facets, and the ICO has only {111} facets.
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Fig. 2. For the ICO, DEC and CUB structures, the total
atomic number and percent of the surface atoms as a func-

tion of the shell number.
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Table 1.
material of Ni and Al. For comparison, the first principle

(FP) calculations® are listed.

The surface energy (E,,;) for the two different

Esurf/ mJ-m?
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Table 2.  The calculated heat of formation (AH),
structural of NiAl in varying crystal structures. For
comparison, the first-principle (FP)?? and other cal-
culations with empirical methods (EMP)P and

available experimental values (EXP)B+30 are also lis-

ted.
AH/eV-atom !
&Y 45
KT FP EMP EXP
NiAl B2 -0.61 -0.67 -0.67

NiAl; L12  -0.26
NisAl L12 045 -0.44 —0.46,-048 —0.49,-0.43
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(a) Hopping CUB{m} — {100} (b) Exchange CUB{HI} — {100}} (c) Exchange CUB{m} — {111}

(d) Exchange DEC{m} — {100}} (e) Hopping DEC{m} — {100} (f) Exchange DEC{m} — {111} (g) Hoping DEC{m} — {111}} (h)
Exchange ICO{]H) — {111}; (1) Hoping ICO{]H} — {111} %@E@ﬁk%i‘%ﬁ%, Réﬁg}*%ﬁ%iﬁ?

Fig. 3. For the Al adatoms on the surfaces of the Ni CUBgy3, DECyy3, and ICOyys, the diffusion path of the adatom from the {111}
facet to the {100} facet or to the {111} facet via the hopping and exchange mechanisms: (a) Hopping CUByy11} - 100}; (b) Ex-

change CUByy11y - (100); (¢) Exchange CUByyyyy — 111y; (d) Exchange DECyy113 — 10035 (€) Hopping DECyy11y - 100); (f) Exchange

DEC{IH) - {111}; (g) HOplIlg DEC{IH} - {111}; (h) Exchange ICO{HI} — (111); (1) Hopmg ICO{Hl} — {111} The orange balls ShOW the Al

adatoms and the gray balls show the Ni atoms.
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Fig. 4. For the Al adatom on the surface of the Ni CUBygy;,
the system energies as a function of reaction coordinate cor-
responding to the diffusion path shown in Fig.3(a)-Fig.3(c):
(a) {111} — {100}; (b) {111} — {111}.

3.2.2 Al ¥/ Ni DECgyy & @E94HATH

mE 3(d)— I’ 3(g) Froas, AL B R 76 Ni
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Fig. 5. For the Al adatom on the surface of the NiDECy;,
the system energies as a function of reaction coordinate cor-
responding to the diffusion path shown in Fig.3(d)-Fig.3(g):
(a) {111} — {100}; (b) {111} — {111}.
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H .
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Fig. 6. For the Al adatom on the surface of the Ni ICOgy;,
the system energies as a function of reaction coordinate cor-
responding to the diffusion path shown in Fig. 3(h) and
Fig.3(i).
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Fig. 7. On the different substrates of Ni core, the lel‘i“f and

NR‘lﬂk as functions of the deposited Al atoms at 7'= 300 K.
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Fig. 8. Growth sequence of Al atoms growth on the ICOgys
of Fe at T'= 300 k: (a) Ngep = 100; (b) Nye, = 200; (¢) Nyep =
300; (d) Ny, = 400; (e) Ngep = 500. The orange and gray
balls show the Al atoms and the Ni atoms, respectively.

3.3.2 BEMAKEH

Syt — 2 R 5T IR B X A KR R 1k L
NilCOgy3 1F M A2 K B9 ZE I, #E 300, 500, 700 Al
900 K T, il i PLA Al JFL 778 Ni JE 0, a0
9 . NN Nurf £ S TR R 7 2000 eR 4k,
Bt DURR R A 38 0, X LAY NS 12 T 2R v
Y/ T NI AR N, Fe 2 A B — 2 1 R TR
AT WA AR EE R REIN, Nt B
1) SRR AR ZR TG N, [RS8 S K,
BPGREAEL Ny LB G,

WE 9 FR, AR R 300, 500, 700 1900 K

400

— N3T(300 K) — NR'™* (300 K)
— N3T(500 K) — NR'™ (500 K)
300 — N§(700 K) — N (700 K)
— N3T(900 K) — NR¥ (900 K)

200

JETE

100

0 100 200 300 400 500
DU AL T8

& 9 7 T = 300, 500, 700 1 900 K, Al JiiF7£ Ni ICOgys
SERR A K, NS Nk R ) AL T4 6
Fig. 9. At T = 300, 500, 700 and 900 K, for the growth of
Al atoms on the ICOgy3 of Ni, the lel‘]‘lrf and NX‘I‘“‘ as func-

tions of the deposited Al atoms.
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Fig. 10. The variation of hetero-coordination number (N ;)
with temperature, and the inset correspond to the final con-
figuration at each growth temperature. The orange and
gray balls show the Al atoms and the Ni atoms, respect-

ively.
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Abstract

NiAl nanoparticles possess high-energy density and good mechanical properties at elevated temperatures,
and are considered as an important material. However, the differences in the diffusion behavior of Al adsorbed
atoms on different Ni substrate surfaces and the effects of different diffusion mechanisms on the deposition
growth of Al atoms on the Ni substrate surface are highly desired to be clarified. Therefore, in the present work,
the diffusion behavior of single Al adsorbed atoms and nanoparticle cluster growth on the Ni substrate surface
of decahedral (DEC), cuboctahedral(CUB) and icosahedral(ICO) structures are systematically studied by
molecular dynamics (MD) throuh analyzing the embedded atom potentialand using the nudged elastic band
method. The diffusion barriers of Al adsorbed atoms on three different Ni substrates are calculated by nudged
elastic band methodand analyzed, showing that the diffusion barrier is greatly affected by the smoothness of the
step edge and the atomic coordination number of substrate as well. The diffusions of Al adsorption atoms on
the surfaces of three Ni substrates are realized by two mechanisms, namely exchanging or hoping, and the
lowest Ehrlich-Schwoebel (ES) barrier is 0.38 eV for exchange CUB{111} — {100}, 0.52 eV for exchange
DEC{111} — {100}, and 0.52 eV for hoping ICO {111} — {111}. The exchanging mechanismsupports Al
adatoms diffusing from {111} to {100} facet on the three Ni substrates, while the diffusion between two
adjacent {111} facets is mainly driven by the hoping mechanism. On this basis, atom-by-atom growth MD
simulation is used to study the structure of the Ni-Al cluster. The deposited Al atoms first tend to diffuse near
the edges of the steps and the vertices. The deposited Al atoms begin to aggregate into islands with the increase
of their number. For Al atoms on the Ni cluster, a good Ni-core/Al-shell structure can be obtained by
depositing Al atoms on the surface of Ni substrate at lower temperatures. In this core-shell structure, Al atoms
have a larger surface energy and atom radius compared with Ni atoms. For the ICO substrate, the
corresponding defect number of core-shell clusters is smaller than for the CUB and the DEC substrate, which is
in good agreement with the diffusion behavior of Al adsorbed atoms on the Ni substrate cluster surface. The
surface of Ni-Al bimetal is gradually alloyed with the increase of growth temperature. This study provides a

good insight into the diffusion and growth of Al adsorbed atoms on Ni substrates surface on an atomic scale.

Keywords: Ni substrate, surface diffusion, nanoparticle growth, core-shell structure, Embedded atomic
potential (EAM)
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