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Anharmonicity of lattice defect free energy
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(@)  Free energy- volume curves
(b)  volume

minimum
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3: Moment {ETHR 6N E2MERmOEWINE. () THNF — D FERMKES—7, (b)
BJZiR, (c) HHZ ALY —, BX U (d) LEBVE FAMIIRE)F (Einstein), phonopy 3 & V5
AR L Tn 5.

TABLE I. Higher order coefficients of the energy potential.

indexes analytical ~ numerical numerical harmonic VASP(2x2x2) VASP(2x2x2) VASP(3x3x3)
p4 dev.=0.04 p4 dev.=0.10 dev.=0.04 dev.=0.10 dev.=0.10
0[000] -2.47840 -2.47840 -2.47840 -3.72303 -3.69879 -3.723027
1[200] 6.60522 6.60496 6.60288 6.66320 3.30538 3.37042 4.26487
2[020] 6.60522 6.60496 6.60288 6.66320 3.33010 3.35011 4.27330
3[002] 6.60522 6.60496 6.60288 6.66320 3.39418 3.35422 4.28811
4[011] 1.720e-12 2.842e-13 0.02135 0.01158 -0.00212
5[(110] 1.600e-11  -1.125e-12 -0.02505 -0.01058 0.00217
6[101] 1.720e-12 8.527e-13 0.03010 0.01165 -0.00154
7[300] -2.852e-09  -1.218e-10 -0.05000 0.00020 0.00054
8030 -1.158e-09  -5.801e-11 -0.25417 -0.00222 0.00374
900 3] -2.147e-09 2.404e-11 0.25833 -0.00588 0.02284
10 [111] -2.224e-26 -8.807e-12 -0.04375 0.00024 0.00056
11 [220] 29.14519 29.23755 29.34441 53.12500 9.96245 10.62694
12[202] 29.14519 29.23755 29.34441 46.30102 9.91347 10.73143
1302 2] 29.14519 29.23755 29.34441 40.24235 10.46694 10.46041
14 [4 0 0] 6.35142 6.51689 6.84933 -3.54167 0.30400 -0.56800
15 [0 4 0] 6.35142 6.51690 6.84933 -14.47916 2.01067 -1.22133
16 [0 0 4] 6.35142 6.51689 6.84933 -47.29167 1.58400 -2.62133
standard dev. 0.000000 0.000014 0.000025 0.000047 0.000031

BoNTZWLDDDRT ¥ ¥ L TORER%Z Table [IZZR L7z, VASP TRDZHRD T
INAF—ZFZUIERE LRV, — 7T, H 20 F TOMAIEM% Lennard-Jones(LJ)
BOMHBEHTRED o 7R TV v LT, A KEPKEL B> TWBR I bbb 5.

ZOLIBDRT V> 2 VTV D0 0BWIM 2 e M TR D 72HR % Fig. 3 1ITRL
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% (14, 15].
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(a) Frenkel integrated anharmonic free energy ®) Free enert
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4: (a) Frenkel-Ladd #EIC X D IFAMBH = AL ¥ —, BX K (b) ZOMREMA -
FF — DI FERBURAF /1 — 7.
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O ZDMRZEMA e ZHXNF —DIETFERBMKFE S — 7 % Fig. 4 ITRLTz. E—X Y ME
PRHWS Y, BTEROKEENFIFE O L k2720, #REETC, GREEDE
OBV TEBRIRDSNG. L, ZOEIMNTHS. {E-T, FKitDHRR
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3 FEER
3.1 Vacancy

Al OHBZZAOAERBEHZ X LE — 2RO, ZOFRICE L TIE, Neugebauer &3k
BREIEZIToTED, %51, UP-TILD(upsampled thermodynamic integration using
Langevin dynamics) IZ X o THEERE IZZ—HT 2HRZWE L TV [9].

2x2x2(31 JiF) B X 3x3x3(107 JiF) 2=y b EAH¥ 4 XTRD KA Dt AR %
Fig. 5 IR L7z, 2x2x2 TIXEBRE —H L TV 528, L H K& 3x3x3 TIEFHEE e —HL
TRV, ZHUE, ROKREIDRN TR EDEEZONS. ZAFNDANIERERD
ThbE, 2x2x2 TlX, BEEMI D ELETVOANIEBPIELHTVEZ 0D, &
RICR B ICONTEILETADLENL, ERTAINF =2V XL E. —7, 3x3x3 T
XINPWHEL C, SR TERT AL - ERT 2. NAEROMNERTFEEE T v b
3 5L Fig. 5(c) D& 51275, ZZMNEN SRDBENZY A PDOASAKIERITBWTD, 58
PIEFHDONIERDP O RESHNTED, IDRERY A XETNVOREMEDITRBINS.

3.2 Surface

KA T AL F—%<100>, <110>, <111>HUTEHE L. BRERETOZXILF—D
KZXE, Wang 5 OH—FBEIR [17] 2, Saxena & DFEERAR T > & v L DFER [16] &



. (b) spring constant (c) spring constant
(&) Vacancy formation energy dispersion (at 500K) (at dL=2%)
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(a) surface energy (b) surface expansion
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ZDHRTIE, BREIETH % Einstein (5720 CTIHMEHET X 21 3G o 0TV 2 01
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