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2. M. Kusaba et al., “Crystal structure prediction with machine learning-based element substitution,” Comput. Mater. Sci., DOI: 10.1016/j.commatsci.2022.111496
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>  Results

Dataset I. 40 benchmark crystals selected based on the diversity of space groups, constituent elements, number of

Target Wyckoff position Element atoms, and element species; and the diversity of applications such as battery and thermoelectric materials
generation substitution !
.| Number of Wyckoff positi El t USPEX ... | Number of Wyckoff position ~ Element USPEX
Composition “;::me:; ° Space group Y ;e:: er;):i)(s)lnw“ subsetlilt]:i?ion R ) Composition atoms Space group generation substitution R1 R2
: C 4 R3m v (V) v (V) X X Ba(FeAs), 5 14 /mmm v (V) vV (V) X v
SrTiOs (I4mcm) Si 2 Fd3m v (V) v (V) v v Si0, 6 132d x (=) x () X X
" " ] " GaAs D Fi3m ) v ) v v VO, 6 P4y /mnm vV (%) v (V) X v
ZnO 4 P63me (V) v (V) v v La,CuO, 7 14/mmm x (9 v x x
BN 4 P63 /mme X (X) v (V) X x LiPFq 8 R_-i v v x v
LiCoO, 16 R3m v (V) v (V) X x Al Oy 10 R3c v v v v
Bi, Te, 5 R3m v (V) v (V) x x SrTiO; 10 I4/mem X (X) v (V) X X
- CaCO, 10 R3c v (V) v (V) x v
TiO, 12 C2/m x (x) x (V) X v
H H AV A ) Zr0O, 12 P2y /c X (X) v (V) X X
Element substitution (top 10) 2% : 82.5% N T o — o . .
N . 0 V,05 14 Pmmn X (x) X (x) X X
A A A Wyckoff generator (top 10) 2% : 47.5% SN T Pouim — o v v
'/ v ' ' . . 0 FC3O4 14 Fd3m X (V') v (V) X X
AA.A.A, .<> <> <>. USPEX with known space groups: 32.5% NnFeop |14 - Yava Yan - -
0\, N . . 0 ZnSb 16 Pbca v () %) x v
., vevev USPEX with unknown space groups: 12.5% o T e YA Yava S .
. . . LiBF, 18 P3121 x (V) %) x v
% 15,000 candidate crystals Yo = YA Yaa S .
GeH, 20 P2,2,2, x (—) %) — x
CsPbl; 20 Pnma X (X) v (V) X X
Pnma o NaCaAIPHOsF, 24 P2{/m X (%) B x x
o Success of the space group prediction (top 10): 84.4% LiFePO, | 28 Prma % % x x
b 3203 . . CuypShySs 29 133m v (V) %) x x
LG o — Fail to predict 19 structures MgB, | 32 Imma X (x) x (%) f x
0000000 Li;PS, 32 Pnma X (X) X (x) X X
8%°8% 0 — Unable to generate the true Wyckoff labels of 16 structures CdAs, | 80 4 /acd % % - x
: RPoRL g Li,TisO,, 4 c2/c X (%) v (V) - x
L. oeeee Ba,CaSi,(BO,), | 46 32m x (x) x (%) - x
AggGeSg 60 Pna2, x (V') v (V) - X
Nd,Fe4,B 68 P4, /mnm X () v (V) — -
. Y;Al50;, 80 la3d vV (V) vV (V) - X
TiO2 (C2/m) Pnnm Pmmn Ca,MnSb,, | 104 141 Jacd X (%) v (V) - -
Overall 19/20=47.5% 33/40=82.5% 5/40=12.5% 13/40 = 32.5%
? r ) R o -
P i i Dataset Il. 50 benchmark crystals randomly selected from the Materials Project database
> a
Composition | Number of atoms Space group Wyckoff p(.)sition Elel‘nen.t USPEX Composition | Number of atoms Space group Wyckoff p(.)sition Elel.nen.t USPEX
generation substitution generation substitution
SisNa (P65/m) CsCl 2 Fm3m v ) v ) - LiP(HO, ), 2 Pra2; ) v (<) X
MnAl 2 P4 /mmm v (V) v (V) - Mg;Si,H, 0, 36 P63cm x (=) X () x
HoHSe 3 P6m2 v (V) v (V) v Y, Sislrg 36 P63 /mme x (V') — X
s ErCdRh, 4 Fm3m v (V) v (V) x Na(WO5), 37 R3 - () - -
\ 0! Eu,MgTI 4 Fm3m v ) v () x SmgNijpAs, 5 39 P6 — () v () -
4 ‘Q?¢O Pm, Nilr 4 Fm3m v (V) vV (V) X BaCaGaF, 40 P2/c x (V') v (V) X
N ;U—Nﬂ . VPt 4 14 /mmm vV (V) vV (V) v Tmy,Sn;, 42 14 /mmm —(x) v (V) -
05), : 2 _
Gd(SiOs), 5 14/ mmm v (V) v (Y) v AlH,(ClO,)3 44 R3¢ x (=) v (V) X
LaAl;Au 5 I4mm v (V) v (V) X K,ZrSi, O, 48 P2i/c x (V) v (x) x
U,SbN, 5 I4/mmm x (V) v (V) X Ba;yTa,NiOg 60 P3ml X () x (X) x
N (P63/mmc) ana me2 P63/mmc P63/mc MnGu(CuSez)z 8 _[—_1 X (=) v (V) X LiZl'z(PO4)3 72 P2|/C X (X) v (V) —
SmZnPd 9 P62m v (V) v (V) X KsAg,(AsSe;), 76 Pnma X () - x
o 00000 Sn(TePd5), 9 I4mm X (—) vV (V) X Be;Ru;, 80 Im3 vV (V) vV (V) v
y VsS, 9 14/m % (V) ) x CuyPg(S,Cl), 80 Pnma x (x) ) x
° Cs3InFg 10 Fm3m v (V) v (V) X AlyCoOy 84 P3ml X (=) v () X
© O 0
f? Eu(CuSb), 10 P4 /nmm x (V') v (V) X LigV3PgOyg 92 Pl —(x) v (x) -
, ’ b . . Rb,TIAClg 10 Fm3m v (V) v (V) X ReBizOg 96 P23 X (X) v ) X
e 1. o L. 00-0-0-0 e N o CasNi;B, 12 R3m x (V) v (V) x NasFeP,(0,F), 288 Pbca - () - -
DyPO, 12 141 /amd v (V) v (V) v Overall 16/50 =32.0%  43/50=86.0% 5/50 = 10.0%
LaSilr 12 P23 x (V') v (V) X
Zr0s (P2,/c) P2,/m P4y /mnm P2,/c Pca2, Vo |2 Hjend 7 2% :
5 2 X X . . > . [ - 0
Yoo, > P2u/m —= YA - Element substitution (top 10) 2% : 86.0%
Eu(Al,Cu), 13 14 /mmm — () v (V) - N4 - 0
% = - —= - - Wyckoff generator (top 10) 2% : 32.0%
K,Ni;S 18 Fddd X (V) v (V) x : . 0
P i I ; 3 o = —— - e - USPEX with unknown space groups: 10.0%
: e ' LiSm, IrO 20 P21 /c X (V) v (V) x
Pr,ZnPtOg 20 P2i/c x (V) vV (V) X
Sc,Mn,,P; 21 P6 —(x) v (V) x
X —_— =
— [emE-ENEERRICER !
AITAIZ "B B IR < -

LaSi,Nig 24 I4y/amd v (V) v (V)
Slightly differences in the Known metastable 3¢ i CeCuSn 2 Prima L) )
atomic positions structures
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