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SAREEL TV, Ui hto T SEE TR & iEE FREON L & 5 2 & TRENED 2 ARBIRLE £ ¥
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Fdet(XA(rl)XB(Tz) +xB(r1)xa(r2))

&7 0 JE PR 2R NI U A LR DR S N 5.

—IZEFREBIEAL — 2 —17HATEX SN D EFHEOMIEA & LT

U(ry,- Z Cr®r(ry,- (2.28)

ELTHEITE. EHACVEHRORUETREED T AN —HAINED LB TFREIXRESG L, TRV —DZE
b Z 5. ZOLEMUIZT XN XF— 2 HNETHEE VS,

O ITHEBDEBETHEEZZE TSI LICEIVEFHBEZIMVIAL Z LA TE 5. BLKE TIE LS T E
ERER AT 5 Z L TEFHBZ I AC SR BERHBEEME(CI)EE WS IRTOEFIEEZER T 552
CI(full-CT)# % FHRTE X, B FHEZZE 2TV AD Z LW TE 720 i IIBE R R E2T> 2 22T
5. LU FAMS —ETYERARTH D, FAETBDPHADI1EE BRSNS EFAE ISR IR
T 5720 ull-CIGHEZ1TS Z & IE,RoNZREZROVTHENTIEZR V. CREMAMIBIESE 7 7 A X —(CC)iE, A
F—7V ey M(MP)EEES 2 Y5 HE CHA RTENEABINTE L. 2RV 2L —F 1 v — HRERADEDME
GED K 72 DI EH OB AL E 2 R DAL Z 2 BT EBFEFEDBEII RS, WAL U TEIN R
AN TEEICBETHEZI O AL P PR T EHECB I 2 BERHETH S.
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PRI e ERYa b =T« VA—HRAZHE I —ETPEICE SRR L2FETH L. [ EEIEK
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BERELU, P ATz )VIMEwHEZTDH I L. L2LARDPS b= A7 )V IPERIZHEOYWHIZH L TER
W72 ekamld B A0 EMNRERT S TERWV. T4 7V ZIE M= A7 )V IBMROARTERI IXEDOETEL L
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ERUKENEBEZRE L. S5 VAYE Yy H—XEFHEEOHRZHWMEHZNA S Z & THERDOK

Er AT
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DHIZZDIEDL/IN b= A7 2 )V IBGROBESMEHTH 5 Z EMFEHEI N, b=~ A7 o)V I BRI
Vab—7 4 v AR S REEIBEBOE M E R < TR UTEMINT® > 720, 23 70K & % 2
T2 ENTES, EYBN LRI & o 2 e OBEPEBGEN G T 2L TRohEonb I tmolk.
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F—IT RN T a— itk THREINEZYL F—x o7 a—VOEMOBLIZ L > TETEEDBER» S

ZOYHLE % RS 2 B INEBENTEE L, A—T Yy ALY a— 2 OEMIZ = DODEM S 755,
321 KR—IURNITI—VDE—FE

ATV a—-voEHE LT —DOHO T
[ 5 RDEEIREOEFEEpD R E B L ZTNERERBIZFFOIERT > ¥ Y VBEBEDEEZRNT 272 —
BEDIZRFES.

EWVWIEDTHB.BITOMRILEKRY 2L —F 1 v H—FBERE2IEORS.
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ROETH 2 %AW EBEEC T 2V F —EHEIEIN D BTEEp(r) 132 EREEIREET (r, - ) D5,
p(r) = N/\I’*(’!‘7T'27 e rn)U(r e, N )dry TN (3.5)
CEDPND OB FEEpIZMNERT vy LV E
Vip (3.6)

EWISBIRIZAR S, AT R aA- VOB EHTRROEERBIZB I 2BEFEEpIDOVT ZOHER,T

mhb
p—=V (3.7)
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MDD a2 RilT 5. ZOEHEHT 5.

FT D DOWEBEBRU R EEI D DN TREDZMERT vy LV, VDR SESNEZDDONI L =T v
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H =H,+V' (3:8)

O HOREERBIZARSBNWZ EEHEIZ L > TRT. UAHAFDONIN =T VOEFRETHE LT E L,
HY = E¥

H/\IJ — E/\I/ (3'9)
L%, ZZTE,F3ZENZTNOEEIANF—Thd. EXB.IDESELD L,
V-V =(E—-E)U (3.10)
8B B BEBUISEEIZ0IC 725 T L id R\,
V-V =E-F (3.11)

b, HATRVE—E EDPERTHEI NSV — VEERE R0, Z0IINERT ¥ ¥ v LV, VI DSEE
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L%, BEREORHBEBRVIZZOE =< U|H|Y >Z2R/METLEEDTHDH. NIV b=T VH OREERED
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"yl |\y! / (3.13)
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HRT Yy AWVIE—R—HIET 272D MBDOH 257 LIZhhb o T RERBOEFEEpIZ L TOMERT >~
VANVIEF-RITEE SRS, LD RNV O = O EH(3.7) R S vz,
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TNEHREREBETINEET VY IURRED TNED LIV alb—T 1 U —ARERZHITITREBER>T
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YHEZETEEONBEBMTHL L WVWE D, ZOEBEIZLIVROI AN T 2B TEEONBEHE UTHRL &5
LU b=< A7 )b IPGEROIESMEAFE S 1, B P EE DB e R T 2R > THRAET DI L Loz,

322 HF—IUR)NFTIA—VDOEFIE

F—I UL Sa—v O OEHOEMHIZ
[ROTANVF—HEMHEZBR/NMNTIEFEEZZTDROY 2L —T 1 VU H—HRAODEDOMDETEEL L5 ]
WS EDTHD. ZOTHIIBTEEIINTIEDFIMLLE U TERDILNTES. ZOTHEHHT 21213
RN T 2ENFMTHE 2L —T 4 VH—V v VOERFEHEHANVDS. Yalb—T 4 VA=Y vYDESsH
JFPRIE N B TR OB AL S

(U| W) =N (3.15)
% il 72 SR O WEIRIEY 135 D T 3L X — B E (V, [V]) %
Eo(V.[0]) = (¥ |H| D) (3.16)

KT DL ZTNIFEDEERRED T F —EglT AT

Eo(V,[¥]) = Eo (3.17)

VWO BEBRPHEIZE DL, FLUTIDESVREALT 2DV HREDREEREV,;THL L EIZROND, & WS FHE
THD. THILF—PEEE(V, [ IRIEHET V¥ v MV L WS R T U RFEE Y T2 NEETH S &0
IBRTHD. Yalb—FT 1 Vv H—HREROEOMRY T AN F—NEBROEEEZMEE LTRDSNE D, Z D5
iy 2L =T 1 Y H—FBRZOEDICRE. Yalb—F 1 =1 v Y OENFHIZFNEEBIINT 20T
HoloW,INeBFHEEICT U CES WA ZEORNF—Z NV a— VO FHE R E3BELNFEHTH 5.
ZOFEMIZY Al —F 4 VAV VOESFEHEFR—T )L S a—- VORI hEhrNnE 12 R—T v
RN T A=VDFE—EHE Y AEOBFFEEpN L, ZOBFEEIINET MR T > ¥ v LV BRIk E
L. TOMERT oy VX O EDPNDFEFEB ATV U ROV 2L —F 1 VH—HRADMERT V> v L%
Vo, Z DEDRIZN T 2FEEKMZEZ T TE. V=V ThH2HEIEMIRT VI vy VEBTEEN—N—XIET
IO pldYalb—T 4 VH—ARROEOMODEBETEELRD. VALV ThHhI2HEEILVIZEDMTH 200
CIFILUTRILEDIZRE Z 3R, vab—F 4 v ii— )y YOENFEEL D,
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Y72 % H BB I T ph S BN B 1D Ey(V,[U]) = Eo(V,[p]) L LTHEA SIS . ZhEV = VD
ArabEs e

Eo(V; [p]) = Eo (3.19)
VWO BTEEICNTIEFFANRONS. ZOBELAFFEBIZEIVETEEOHOME RS 5 720121%,%
DIFNF—DBFHEEIINT HEREMEEZFTARNEL NI 2005, ZOEEEMH» S BENBEBIEO LS
BALRa—rv oy AHRADVEINS Z 21272513

3.3 dA—rvIv LAHER

AT AL a— L OH R LD ROH SO S MEREETEEONMETHS Z L WRENE. Lk
BoTRDIHINE—F = (U|H | 0)bBTEEDNELTH 570

Elp(r)] = (Y [H[ V)
= (U[(T+U+V)|¥)

/V (3.20)
Flp(r)] = <q,| (T+U)|¥)
LRTLNTES M ZZT,TANF—E[p(r)| BT VY v V& EHRRITEE TH BHN [ V(r)p(r)dr
Y RIZESBRVEAFp(r)Ica . ZORIZESAVESEETEEONERE LTHE T 228 TEIE,
F—Ly NV TaA—VOHEFEHRELY) TRV —DEFEEICHT SER KM RkDD I L TETEEDEDSMR
BIBHZENTES. LHLZOF[p(r)| OB TEENHT 2 REE2BICES R T HERBETLRSATOA
W, ZOEHEZZESFRHETIOKZDRICTE-OUTDOLSICEHESZ Y.

Flplr)l = Tlotr)] + 5 [ S dran’ 1 Bvclo(r) (3:21)

ZZCAEE T p(r) I EEAO R VRICBII 2B FOEHTRLF —Th b B _IHTHMK AR -1 v
MHEFHETHS. T UCEZHIIINREO ZIHTED S I L DT ERD > BT OMAEMERIZERNT 28— %)L
¥F—r /-0 VHEEAOHEETH Y ETORMHEMER L HBEMEERAZEATVYS., ZOHIZ L > Tidik
INDETANF =2 ZHHBE T AL F -\ S KM XV —IZETOLERNROMEEZ §RTHURAAL
D, ZOESBMAIELEEZTTHEREODEFETH S, KBPMHBET AV —IXEFHMHAEMFEHICE>TEL S
YEETH D BTEEONEKE UTZDFEEIRMBGEENTWS.

ZOFBETFINAEZROTFVE—RBBGB2)ICH U TEFEEpC L PEN AT, NETROBTEEp(r)
TR B il St
N = /p(r)dr (3:22)

Rl S RIEESRVDT,5 75 VY 1 DRETREE LTS ERDIT FNF — EOHEFEE(r )3T 2 8%
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s Bl = ([ o) -5)] =0 (329
L7%.2 2 T(3.21) 205 & (3.23) 1%

3T5p] 2/ p(r’) s OBk o
3p(r) (r)+e \rfr’|d7q + 5p(r) nw=0 (3.24)
CREMATSIENTES. HEMFHORWRIIEIT 2EI T X —TyDEFHEp(r) 1263 2 INEBMH D % K

DBH7zDITLANTD &S 5 Vg 2 K2 BT HREAEEZX 5.

{invz V)| () = <0

N (3.25)
= Z |¢i(r)[?
1
ZO— &7 SREN(3.25) DM T X Ty ld— 8B 7l g, 12
al * h2 2
=3 [oin (57 aursir
N (3.26)
=) g — /V;ﬂr(r)p(r)dr
i=1
ERTZENTED EBTEEp(r)ICNTEEREHFARD 2D,
p(r) = p(r) + dp(r)
Ve Ve + Ve
(1) = Ve (7) #(7) (3.27)
d(r) = ¢(r) + d¢(r)
€ —>e+de
EWVWS UL EFZ A (3.25)ITRA L, ZIREL EDO 2Ly % T 5 &,
2
{—;nVQ + V;ﬂ‘(r)} 00i (1) + Ve (1) = £,00;(1) + dg,0:(7) (3.28)
ETET,(3.28)DENS¢;(r) 2HNITHELT B L
& / o5 (r)dg;(r)dr + /5VCH )| i (r /(b Yoo (r)dr + d¢; / | (1 (3.29)
LB . IolTikIoNETHEZE S L
N
S e = / Vot (r)plr) (3.30)
i=1
VI ADBESNDS . (3.26)% BT EEp(r) B L TN U, Z OfERE2HS &
N
0g; OVes
— — dr —V,
; ép(r) / p(r) plr)dr = Vea(r) (3.31)
= —Verr(7)

AR SN D . DML 3L F — OPLBMA (3.31) & (AN R(3.24) 1T RAT 5 2 & T, ¥ 5 Va b LT

8 Exc|p]
Vest )+e /| 5p(r) — (3.32)
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REPND. 25 U TEEG Vel RO oNZIZ EIZd 0 2R ab—T 1 v A—-FRA%2 —ETHEE U TH#
KZENTED LD o7 FLHBE

_in + Vg (7 )} oi(r) = e;0(7)

2m
Exc[ ]
Vagr(r) / S (3.33)

p(r )—Z\qﬁz( )I?

1

s, ZO—EBTAEXB3) 2 -y vy AARRE W BEEPELIEZ EROFR L U TETARERERI

EEHAFBDIIARBEDIES. =Yy AARRTES N THE(3.32) A Eh b

S Eyc[p]
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DEFRBHEBE R T v ¥ ¥ L EPEN ZPMHBE T AN F -2 52 2B T OLERYRIZHEKT 2R T 2 v LV TH

Vie = (3.34)

5. A=Yy MIRAZMEBETEEpE FIZANDS Z A TENE RO AN F —EIX
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=3 bei- / = drdr + Exlp(r)] - (?pE(‘:') p(r)dr (3.35)
i=1
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SIEL R ENEBULTE DB DA — X — 2 D IEFICERITCRERTH O TDEEEIRZ 5 Z L IIWHETH
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HDOHICTEENRBEOEBABRRNTH 23—y AABRAZEH LN, 20 ABAZED X 512U TS
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HUTH FAOHE & DEHFERENR VDI TRV, XEiD»SIEY 3 TORT O N OMEDRERIZ DWW T
I 5.

411 RFrBEEM(LDA)NREE

SHARIBISIC B 5 Y 3 7T OB T O — B H IR EESEA(LDA) LT H 5. RFFEEIELY 35 5 50
SHHBET I E —% ZOHOBTHE RO BT A ADBHET AV —CELT 3 FETHS. T4
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Chemical Accuracy

EXX with partial

Wi(r) (empty) exact correlation
L}
W(r) (occupied) EXX with correlation
I
V2n(r),x(r) Meta-GGA
Vn(r)

Lnte)

Hartree World

4.1 sSHAHBINBEEIZ B 5 Y a T ok

DHRWHBE T XV X —E [p(r)] %
ELPA[(r)] = / exe(p(r))p(r)dr (4.1)

CEMT B, T Tegep(r)) BXBHEIANY —BETH L. RREEEMD S EINDSHHERT VY v

ik

deye(p)

Vxe(r) = exe(p(r)) + p(r) (4.2)

YD BT EE(r) OB E 75 5. (42) 50D B &SI ROTDH % OB AT > ¥ v L% R BRI,
ZTORDBEFBEEDMEUNEBEINTZRIZAMNTH 5., BFFEETLUL BHBE L OB T I3 & il
BEDTHHIEHIDET %< DRTEBRFERL BV —8E R T, §5 OGN © I3 7880 25 1 %R
THB U B SRR E T T ATRE T H 52,12

Bt T S O LD A LRSI 2 LB SR ASHEE 3 B AR IS b — < A 7 =L S A R T 57201051 5
o DRI U F= Sk AR B3 2 LDANEIS T H 5.

Ey = _Z (%) / dBrps(r) (4.3)
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ZDT 47 v 7 OLDARHNEBII LM T 3V ¥ — DJRFMEEE L E UTDREMRTH 5720 Fi7zIZHFE S 7z
RPN ORAE G L U CHEERERE D,

B PBBIELARTIZAFAE U CTOWALDANBSIIMIZ B FEST D, AV —X—R@3N—hM) =T 3 v ZHKIZEIT S
AR I 2 R s R TR U 7. SSHMH AR I

}: /¢|T_W| (4.4)

Jlm
ERINDGD,ZOEHZFRET IR EHUE T L IZ T OB & AT R A VR 2 FOWE & ORI (ZHERD)

EETTRIEERST EHICHHEIANDTIRELS RS, TITAL— X — X2 O HAEFIE4.4) % YL LB
TORMINBIBEREL /-

i) = -3¢ | Lot % (45)

ZDHRFVMLITES HREE N T A - Rl BO X EPRESI N, XalkXEBEFHE S AP 20V
F—2FHATES 0, TN E T EEEERTTEATER P o7z — M) — T+ v 7 EEYIO TEREAEEIZ L7z

A3 N BB S5 B FERB R B\ T E DREE R A0 D02 > TV B 28 MRS O A RIERIEZ DD o TS
INE TOWFRIZ & 0BT O B E MR N EBR I T 2 R ORANVRE I NT S 72082 O M6,
TROLLHEOYEMNE VG5 EFEEFEIZE L TIMTOHIRE 2\, D7 OMEBENEBOLDARRELIL Z
NS OMRIZE I 2EEZNTL, ZDMHEIZED KONBEBIZEENDENNTIA—RET 4 v T+ ITHILITEo
TIESNS. ERYMEGHR T & < W & 02 FFTE T BUHBIFBIE L L TIdVWNAHBI LB S0 X PWAHBI LB
B EWHEN,INSORBBBEZDO LIS ICLTESATWS

412 —MbDEIEL(GGA) R

Y a7 OFORTEEEM L D b —B EOPEHIE AL ARGEM(GGA)NBEETH 5. GGAN LI 2 H#AH
BT AN F—DFEICEFEERL T TRBETEEOAROERE AD 5. §40bb MBI E

ESOA[p(r)] = / exe (o), Vp(r))p(r)dr (4.6)

CETEELZOHRONEEE UTET. REELUCRIRBHE T AN F -2 ZDROBTEE LR > —
HETHAADT RNV F —TEBL 72 SRDZ LR SHEOYECIRETFEE I —HKTRV. FEBICHEEL
BLEE D AND Z X, ZTOBFEEDRINLENEHIBEZERTEIENTEL LIIIRE7:0 RTEELRD
BlEdEd 2 Z e fFT 5. GGARHINEB O — B2 1L

E. = —% ;/drpé (r)K, (4.7)
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ERING., ZIToldEFOAY VERZRL K IXHIRTCDINRT A=K
_ Vsl
- 4

pé

WKLo TREINS., ZhFETIZHELZ K OGCGARHPLEAB LRI NT 720 GGARNEKDENIZK, D, i2

o

(4.8)

N BDARAFEDENDATH L. A TREZEBRGCARBNEB 2N 5.

B88A HAPLEA K22 13 B T H E Al D K & WHEIR O PLEAROY 2 BB BEAE A& 2723 X 51 UTES
nr-.

B8 _ [(LDA 2¢x7
? 7 1+ 6ngsinh_1xg

1
3 3
KLDA _ 2
7 3 4

CIFERBRI N T A =2 T D ,( =0.00422 WS EAEDN S, BISAHPBBII R T XL ¥ —% Zh & THIF

(4.9)

SN TE P E AN THREICHERCBET 2 Z ITH L, 53 2B ENEEGEH R TR L {fibh
B ZHPLBI D — D127 > T 5. B8 MBI X R A B A S 2 i 72§ & S IT/E S BB TH
%720, T NN DOPBIEBUT N 2 YL SAM 2 T IE iz S 720,

PWOLZ#N BIS3 13 B8 SS H L B R & & 0 % < DILAREWIBL S 2 72 3 & 5 ICR U TE S 7= RN BIE T
HY L DNTA =R EGUEMRERNITIR> TS, PWILNBEUIIS < ORISR & Wi 729 28 2, K E

WEAIZ K PEGEIZ0IE D EFHEICERE 2 525 Z LB E 2o TV 5.

PBER#INBAZCH I PWOILA MBI R & i 72 T R E YA 2 EEREOIZREL N TA—RE ZDET
2o U THIRLd 5 Z & TlES .

K

B
(487r2)%n

PBER R D K, 130, DK E WHEHIE Tl —EMIZE D < 72O PWILR HIFLBEBUIZ B 1 2 E O R L E MO ME

KPBE — gLDA |1 4 — (4.10)

2R S 5. PBERMNEEIZZ < DR TEWVETEREEZHE D EAEYEONE CL HHE NS NEKD—>T
H5.

GGAHBPEIBUL B AT B R ML D5 & & FRRIZ B = 3OV ¥ — 12509 2 S B et 2 7= 3 & S i Rk %
TV, ZNSDEMIZEDETNRIA—RET 4 v T4 V7 THI L THEINS.
PWOLHIBIINBI ST B S 2 72 2 R Z 72T K D IC U TE S 7z FHBINEIE T H D 11 D /8T A —
Rafio TWb. PWILHBINEEIZZ < DB B R 2 Wi 72328, 2 DNT XA =2 D% S ITRKF S 5 ME%
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ATW5D.

PBEAM BB EIIPWOLAH B LB B D IRE % ffR 3 2 7 DIZE S /- AHBIINEEE T H D /35 A — R ¥% il %
TS U, BEGERYHERMEOAZRZT LD IT/ES N
Ry R
3 B 1+ At
H[pant]_'y(b hl |:1+’7t <1+Atl2+A2t/4
8 { ( Eé’W-LDAM> ]1
A="C e W) g
o v9%p
1 2 2
0= |1+ 0% +(1-0f]
PBEMBNBEEIZ ST A =R %2y, BOMH L 2E& £ TPWILMHBIFER & v EN - NBERTH 5. AR TIX,Z

(4.11)

DPBEA A BN B & SR & U 7= A s AR BN B B D B Fs 2 1T o 7=
4.1.3 meta GGANE%L

YIAT7OMTOZBHOHERE U TmetaGGANEE A H 5. metaGCAPLBI BT A B LB BUC B T8 E
p(r)EZD—RABV p(r)ZF TR BTFOEH T XNV —EEr2 A0 BTEED IRABV2p(r) Tk < &
BT XX —BEr 2 M2 BHEHIE,EFEEDO ARV p(r)IZ 2R TS T2 LR 2IFERREINE L

BUERIZAZERE o Th 5. BEFOHEET XL X —BETIX
1
T = ZTD' = §ZZ|V¢ZJ|2

5 1 |Vpgl|? 1
ZEZ%%W§+72 5” +6V%%+CXVﬂ

(4.12)

CIEFAT 2 Z e TEBTEED RARV p(r) DRI EENT WD Z A0 5. REMZmetaGGAK
FHBARBIZ & U CTIEPKZBmetas< #hHBILBIZ5 23 % . PKZBmeta s #hH BN SBUE PBE & b BN B8 % )
BRI R S BT AV —EEEH VTR L2 D TH 5. ZNIZ X W PBERHMHBINBI X 0 k&2
SHREITD 2 EATE D, Mz & TPSSmetas #AH BN BIE P FT98meta 52 #AH B LB £, K CISmeta sz #AHBE L
B DD 5.

4.1.4 BBCREE

BEPEBUIN— Y — T+ v 7 ETEY T 2 KEHBEFEAEZ W2 NBEHTH O, v 3 7O OB HIZ
H7-5. — RN EBIIBFEORZHBPERE N— N — T v JEO R EEHEOREN %2 & 208, 2
NTBEAF O KHNBIE E N — N ) — 7+ v ZEO SR EAEFHETHIET 2205 K0 A=) =7 4 v 7k
DA HAFH & GGAZ LB D T S LB D BB R AIAFAE L T W % &\ D ansatz 23 ik G AR £ 272 -
TW5. BENEEOHTREA/THAINTE /2 DEB3LYPEKENERSTH 5. Z OPEBUIN— ) —
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7 % v 2 5P AR IR A0 % B8S e LB, LY PAHRI FLBIA LDA 5 # MBI R B S D S48 &1 & 0 fER
THBO MDA A—REED.

EBSLYP _ pLDA 4 (EHF _ pLDAY L, AEB®S  qg(ELYP — pYWN-LDA) (4.13)

ZDOPNBBDINT A —Zay, ag, az 3BT FHEDR X R PSR EG2RVFY—T &y FOYMEEZBEERT % &
ST 57z, BILYPIRBEEUIING TOYMEEZ S WEE CTHEILT 2 2 LT & 22 (WEKIGE R KFHE 5
TRICBVWTRRA ZEE M EH I N TV S, BILYPRAMZ B4 B PEBATEAET 205, 2161220 TIHIX
HEOH ML EHREDOH TN T 5.

415 FiXEREABIE

PRRBRATIEEUE Y 2 T OB TITIE A EN TV R WA AR B O EHESF D — D & U TAWIZE & O MiE
DH 570,22 THRAT 5. FRERIINBIE & ZNBEBICE EN L /87 A — X2 2 WHIRIZ > T T Wtz 5
BICE 2 X5 Uz BBTH 5. BN &5 U7 BB EIZBITIEISECT T H 0 BUE O R BRI LB D
Rigriz-oTwa. ZOPNBEBIILDARZHAHBENEKE N— M) =T 4 v I SEMHBEEREP S > TE D | JLHE
BhizaEns 87 A =23 13METH 5. MxRIBIBZ22 3N — MY — 7 5 v 7 0k HAEFHTE & metaGGAN
BA% % & DR BmetaGGANBEETH 0 3S8MHE DINT A =R EEL. 215 DAMTE B2 22 2R ERIIILEE N EAE
LT 2R VEETHERTAZ LN TE 2N, < HHTELRWEEKBAFHAELREIN TS . £2 1
R 2 Mk 3 2 KB EE FHIE DRI D AIHETH 2 Z e R D oG R ROZ Y 2 fRAET 5 Z & i
LWeWSHERH 5.

4.2 REMEBEDABEEICH Y 5 E5FHE

SEHAFHBA LB D R X 13k~ 2 R DYIMEfEZ E N HEER S HETE 20 2 \WD 2 TR, ZIKE TR A5
T REEWB YR M E2 ENIFERT 2R VWS Z Il > TFHMiE NS, LOHTRTEZIEES 2D
BAFE DI IT A B DX, Z DIFYBLEM 272 T RADERFTH B 2 &L\, Z O T Id s HkH BN B A i
T2 R EHBEIIEZMIIONWTEEREDE T LD B,

S S

B O S B T 3OV F — DFFEIE,0 TR WERMBEEpIN LT,

Exlp] <0 (4.14)

PEAIRAL T 2 BB KT F VX — B TFHEET DR D0TIE RS R VWB MEZ R IVF —I1X1IETRT
0745,
PR B SR DB R S 14, — &1k B B SR (LB R S 44
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BT AR phE THIEpI LR THAN S WEEIR &, 2 DDV phiplc R4k F WHEIRIZ 51 2 58
B, 2l BT AV X —ICB S &M TH S, HIEDRMIED) K MET XL — 1T 2D THD
N BEFIIHEH AHE TRV —IZOVWTOEDTH O KT X IVF —I1ZB U IR EMEVN R 20> TW»
ASAN

BEARER T —") v &M
JERE D B % PR £ TR E K BB WIS K L2BE I xhn g 2 E 8, 2 L MBI = 3L 5 — iR 5 5\ & H
ETDRMETHD. A7 —Y v 7 OfE IR, y, 2EE S RTERILK NS 28— BIEA T — ) 752,y
JERE D A7 LK /NS B AR — FERE A — V) v G o BERE D B HEK FE NS B — IR — B A A
TV IERENDD.

IS QRIS E ) — T - A7 A7 — NHEMEEM,—E 7 H O BB SR 50 REREE LA B
TERZRMRENH 5. ZNETIZHEA L T EABMEBRNERN Z N S OFLMYHE M2 CORERMZThE2RL
P DHRA24.3TH 5.5

eI LDA PW9l PBE

Fuffi

Fed O 8 PEE 3 (L B L 1 O O @]
R b S WA B R S £ - O O
g B T e e O O O
AR BE R — 0 v TRff * * ”
WA R R — 0 v AT * * >

) —F - d 727+ — FEER O O @]
L S AL E R R A * * »

FER e Gt ) S AL ) S * % X

4.2 sSHFLBIEUT 3 B SR S & A S N B o 7T 450

eI LDA PW9l PBE
Fuffi >
Jey P P (L B B A X X X
R b S AT BB ER S - O O
fon ) S e B > O O
TR = A — ) R * > 2
AR R AT — 0 v TR » O »
AR R — ) SR % O >
AL AR R P * * »

4.3 FHRIPLBEEUC 3 B SERE S & S AR IR O 7] 450
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AR T DIEMEY RS 2 i 72 3 S HAMH BEPLBE BUIATFAE U T\ S 73 S BN B B 2 15 5 1213 T 5 D5
P T R U, 225 5 2YMAEZ L $ 2 & 5 LB E G L 21T nide o e w BB Sk 2 3~ C
729 & IMPBEBDORAEZ KT HLITTHLEHDETHL L VWA D.
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/rh—5;¢,;

=

AP T

NY RE vy TEPEMEOH TERICEELRETH S, MHOBLKEEFINY FFy v SICX>TEEHINTE
D, ZDEDPOTHNIEEE, BRBEDTRINLF — A7 — L THNIRLER TN & KRS TSRk 5. £
EHEZTIZBVWTENY R vy ST ORI B2 RO TE Y BE U WHERTEHFTHIZEANVER
Fry TEGIHTEIEDNBEATH L BUEBETPETRY MrEDF /T 7/ 8V —IlX>TAY ¥ vy
TENLZHET AN Ry V=7 ) VI EHZED BAICHIEINTWS. 205 YLD Tk, N
YR¥ vy TOMEHE-FHINIHELFITEZ B8RO SNEN, ZDONY ¥y v 72 2 RBENEBIEL
ZBBRKDOMEDO—2TH O KHEMHENEBORZELINHEE KNI ETHS. HIZIXSIONY KF¥ vy T2
LDANBEIEIZ & o CEHET 5 & FERED1/2~1 /3L IR INE. 2OV F¥ v v TOE/NETIZGGAINBIEUIC
HHBEL TWVWB. 5. 11TRE % 2B UGGAPBEE T H 2 PBERHAHBINBIS 2 WA Y R¥ v v OB %
TolMR TH B304 DAY R¥ vy TOMEIMNEli STV 5.

12

a o ® (Computed vs. expt
= = Expt. gap
10
Y
& e o .
g' 8 - o ‘_.‘ ® s a8 -
Pt ] Lo M oo -
éh = "o o o o 'It\".
v Ll e
g o eme ;g X .
D et T S R
H . o -, .o
(5] - ¢ ', L. 1°
.’. $ ‘ .‘ L]
L]
- - .
0 D Woems ofem B .
0 2 4 6 8 10 12 14

Experimental band gap (eV)

5.1 PBELHAREIEBIZ L DAY RE v v TR L 7 fik 530

ZONY KXYy TOREZRRIRT 2 7-OBIEIZED X THA IR R INT E 72,2 O3 CIREEINERE

PHABNY R¥ vy TOMBEORK &, ZDWHEEIZONWTIERS.
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51 Y Fyv I/DEEEN£1EFR

BENEBETHREINAIA Y Ry y PR3-V vy A HBERZ2MNTHEONLZ—ETHHE (- v A
H#5E) OBREIELEEHTED T RN F —HReN + 1 BEHEPED T 3L ¥ —Hiffe y D34

E;(S = EN+4+1 —EN (51)

EUTEHEEING. ZOZ L3Ny FHE@RASFANEZJIZEbN I a— vy vy AHBRA»SEIN DL T 2
WE—FF (2= v LR DAL IZHEFOETO T FVF AL LR L TV S DI S B TIEA.
ZDA—=V Ty AEROEIRIZYF Yy 7OEHIZE>THERAONS. Y Iy 7 OEHIZIROBAEDTILT—ED
A=V Y LB I B BE LD HARN T AWANEN - v AN IZHIET D E VWS EHTH .
BEEFOZINTNOPEIINT 2 HAERIZONILTH S,V F v 7 OB IR AR EIFEBUCIRT 5. 2

D & 5 B ERBCAR N SRR AR EIHEN S 805 A RO BT EREp(r) £ E]T 3L F — T o)1

p(r) = Zni|¢i(7“)|2
N 2
To=) ni / @7 (r) (—;ﬂVz) ¢i(r)dr (5.2)

N
= ané‘z - /Veff("’)p(r)dr

CEHBIND BIEEp(r) 2 SAEBn, TN TS L,

dp(r) A 2
oo, = |9 (5:3)
LB FEBT XL T, DM
8TS[P] o ) 2
8[)(7’) =& eff(’f‘)l(%(?")‘ (5 4)

LB AT ANVF—EIX

E=FWﬂ+/Vwmmw

2 ’ (5.5)
= Ti[p(r)] + % / p|(:)p(:|)drdr' + Exelp(r)]
LRB5DOT,INE SEHn THA TS L.,
OE 5.6)
an, £ .

WIS Y Iy IOEMMPENING., ZOYF Y I OEREM > TEENBEBIEIZBIA NV RNEFy v FIZOWTH

2L TWwL.

NYRF vy TIIREERED A A VLT RV F T BFEMNAZHNT,

E,=I—-A={E(N—-1)—E(N)}—{E(N)— E(N +1)} (5.7)
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LEHRIND., TITCNETROBEERREBOZANVF—ZE(N)E Uz, Y v 7 DOEM(B5.6)&M > & ETDA A
Mz x ¥ -1 EFBRAAZTNTN,
1
I=E(N-1)—E(N)= —/ dnyen(N —1+ny)
0
) (5.8)
A= E(N) —E(N+ 1) = —/ dTLN+1€N+1(N+TLN+1)
0
5. PBEEREN + v BT REBINETREN + 1B TRV OHAETRELEZEDTHL L ERD
ZENTEDIRETHLIDT,EN + ny 1 BTROIINF—E(N + nyi1)lE

E(N + nN+1) = (]. — TLN+1)E(N) + ’I'LN+1E(N + 1) (59)

YEINBRETH S, E(N — 1+ fy)ICOVTHRABETHS. ZNCE STy Ty 7 OEMAEMS &,

ent1(N+nyp1)=—E(N)+ E(N+1) (5.10)
en(N—14ny)=—-E(N-1)+ E(N) ’
2785 ADIENTHRIZE L T Wz IR EN T Nen 1 (N +1),en(NIZE LW, ZhE D AV FXy v 7k

Eg :EN+1(N+1)—EN(N) (511)

ERTZENTES. THROLENVRF Yy TEN +1EFRON + 1BHOZ RN XM NEFRONEH
DIFVF—HENDEL UTE#HRING. —HIA—V ¥y LARKREROTEHHEINE NV F¥ v v TEXS 1L

EFS =eni1(N) —en(N) (5.12)

THY HBIIERINIZAVYRF Yy 70D EIIRE S, BERANY Ry vy TORRET 2V F — DIEMK
B9 eV Iy 7 OEMAEMS Z L TEFS ¢
SE.. |M=N+0

E,=ENS 4 —
! o 0P |nr=n—o

(5.13)
CVWOERICHB I L EZELS D TEDS. MIZHEBBOBTHTHDS. ZORDS HERNY RFyry TL
TI—=V Yy AX vy 7OMO TR T > > v LB FEM DO I Rk Ic 2T 5 2 2Tk E
TEH|FICLZEDTH D Z 5.3 — Rt ROBUBBLEMR & FANIAER, Z OBROIEE v MR E A
R BOREAIL R IBIZ 72 2 58 B T E A VD EERDLGE T DIEIZNI W e > TWDS. Ldi-
TEENBEBEEICB T2 Y FX¥ vy TOGRED R IR MR 7 > > v VO EGMEIZ L 550 & 5K

MR T V& v VOEBGEREIZ L 2 ODBEEHIZFHFS LT 5.2

5.2 HCHEER

HENEBIRIZBIT BN Py v TOREOF NI O i Ty U 72 22 i BN B O At ITEN T 5 5
DELH 5D EROFEKRTECHEEHTH S, R TIREZ 731F 7208 B SAH EAF 132 S BE I BE # o> A e
MHIZEPPOIMETHLDOT,HHEEZMILLZMEE LTEAS I LB AMYTHS. HAHAEFEHEEZX LD
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ICHREZRDIZ—EBETRTHS.Z I TRAERRFE2HICHSHEEHRIZOWTEZS. KERFITIE—D20&ETL
PEENTEST MOBTL D7 —u VHAEMAIZELRN.ZZTH— M) =L

{ZVQJerm ) 22/' r'} bi(1) = €;5(1) (5.14)

J#i

KDOWTHTAZE NIV M=T VOB =T EENLRBTREL D7 —0 VHEEHEZRLTWS. KERT
ZEENDZ—DDOBETHLENEHE TETEEIMAEZBEL TWBEH KERFIIN— ) —Ex2#EHATs L BT
HDEEMEOD HUABTEELHFEIIGFAELRW I —a VHEERE2 T2 2 212k5. ZOBTFHEMED
U722 OB 2 EAEH 2 B CHEE- & WD

ZZTNHN=hMN) =T x v 7RO G2 RTAD L,

Ny L ane (o) o5 (r W1 R
{ ; vai +;Uext(h) +e JZI/ 1] dr’ / T,‘ ¢i(r) = €;i(r)

=1(//)

(5.15)
R HAEFIE DG = jEEN— M) —IHE SRR o TWD. ZO7H N — MY —IH & R B IHE
OM%ZENFHCHAFEMZITHHET DN TES. ZOZ L IREENBEBIEIBITANY RFy v TOWEFE
DI UTHERFETHS. MOMTIEIDILEZREANY RF Yy T2 EDESICLTHET ZMITDO0
TikR 5.

////’ ‘m.‘ N\

1’. Jf'f/ 1. \\

@ @
L p@r) /

N ///

nARRE 1] B EHEERYSH 3184

5.2 HOMEEM

53 :\:'\" v 7!3/\%0)3& f

SO E TOH D O BENBEEBIEICH T B X vy %O RIS BAHE N O Rkt » g S E/EA
WZEB2ED00HBZ DD ol TOHTIRIDILZBEEZATTF vy THEEE2NETLIFEL LT fHbh
5HDEMNT 5.
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5.3.1 SERCHREEEK

HAMBFEHOH TR A2 B AMBEEREAN— M) —HICREHEEHEEZMA 2 Z L THHHT I &N
TE5. ZDESIN— M) =T 4y ZEOZHH BT Z AW TR S N7 R HAHBINBI R e DB TES U 7z
BN TH 5. FEEEBINBEBIIF v v THREZKIBICWET 2 I ePREINTVS. 22 TRF vy vy T
ADWETHIR % 51T 7-PBEOJAINBIEG? & HSERSINBEIEC3 12 DWW TN T 5. PBEOIRAINEIBIZPBE
MBI E E SR U PBEINBIB ORI T AV X —%2 N — ") =T 4 v I M AFHHTE S BA 2D TH 5.

1

BEPRD = TP 4L (B TP (5.10

ZONBEBUIRERA LN T A =R EEGEFROB NV Xy v T2IIUOYMNEMEEBEETTHIT 2 Z L 2376
Th5.

HSEIRBNBEEBIZGCAZ BRI N — NV — T % v 7 T EAEHEO MRS 5 D A % RS U2 NBERTH
DNV REYy T2 EREICHET 3.

IS OPBEEEHNTNAY KXy v TOFHEET - 24ERAX5.3TH 5.3

10 :
e e HSE o
< gl|a a B3PWOL| e
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SIERES L0
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Experimental Gap (eV)

5.3 BERNEBIZE DAY RE vy TOFHELT - 725513

EHEL5DNBEBLEVWEETAY RF Yy T2 PHTERIENTETNS.

5.3.2 GWiaE{l

GWHEBUTEENBEBIE DA IZA SR WA NV R¥ v v TEGHIET 5 HEE UTREFHTH L7202
ZTHY EiF5. EEFOBEFIXZOED ICEOEMEFO/ZHER T UTHELTS D, 7 —a VBN D
HREEHRINT NS, N—=h ) =Ty ZERZEEONY REEIZHWS LNV ¥ v v 72 KRG T 5 53,
FNRZOEMIRZEELUZZEDRERTHS. T I TIOERSNEZ7—a Y HEERW = w2 EBTFROD
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SR AN Z e N TENE KV IELS S HRBEFROMGERZ D Z 2R TED LMEINE. 22 Te N
FEEBTEDO 7 —u VHEFHATH . ~T 1 E 7Y — VEBG, MR P ER 7 — v VHEERAW HET
FVF—SORIZK D IO H S LERARZEH L3 ZhooWBE % HOEESHEZIVMIIIEETS
IANF =6, I—=V ¥y LMD T R ILF—%

g =eXS 4 //(ﬁf () (B(r,7v"565) — Vied(r — 7)) ¢ (v")drdr’ (5.17)
CHIETEZ T EAETOMER T U TCOBFDIANVNF—HEREZRDEIENTESL. AT 1 V& >TEKD
SNZBRNIE CEESEMNOEDTH -2, I NE LML T HEAT A VT —%

YW (2 t) = iG(r, v )W (r, 15 1) (5.18)

EULZOMBCWIEMTH 5. ZHEERONY R vy TOFEIZ AW ZHH 5.4 THh 5 .3

T T T T T I T T T T
g € o
3 o EE’% 0
|
9 o o (] g[.l']+ E
g5z B¢
r & 5@ O E!.,'.-":t:nl © -
S oD foo 2o
s 83 %38 . -
g B EIIS mm 4l
] g0 092 LY LIRS
@ | ts o e | = -
] B 1‘
3 2 uﬁz-' / o =
o o -'.EE D- 3
» ] .
T | =
o . m:LDA -
0 ©:GW(LDA)
T i L ! L L 1 ! L

B5.4 GWIERLIZ X O NY R¥ v v TOFHELT - 7= 55H16

CWELUZ X WLDATEHBEINZX v v THAEZ KIBIZRET EZ L IR L TWAS.

B EPLRAEGE & GWIELIDORE D X, GWELZ T D IZIZBE T DI ) — VA RDZBEVRH BB, 207V —
B 2R T BB ENESGIE TR SNz — 0 oy APERHDNS Z & 3%\,
533 DFT+U

DFTH+UGdBLE R fHLE NI A SN2 BB SEB AR DREETRIIBI 2NNV FE v v TOH
Eiffibi g, BB BARDZ/BEDRBZERF 72 UTEEL TCWA W BErRALDO 7 —a U HEMERRN
REDLLHWIEEHENINLL Y BENMT S, TabbifiEikicihs. 2o L5 2EFHEIEZFIZENS R
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ZEEMEAE TR E VOWEREOYIMEYHE O 5L DOFEETH 5. @H O HHBINEEE CHEREE T ROEHHE 21T 5
EETHBEEZ TSI AENBVZDEBIIMBERTH D2 IZELPLOT AV Ry v THHEKLTLES Z L
NV, ZOMEE MRS 572012 LDA R ¥ O BEAF O R HAHBI LS dfE R s I B 1 5 7 —n Y KN %
Ut WO NI A—RTHEIZWO AND Z L THEIHBEEZHEHLLS L LEZOMPDFT+UTH 5. DFTHUIL LD
HELUTUE SNV RE Yy TREPEDZ DN TELZN, 2D -0 Y RKFEND T A= RUIFEEONY R
Frv I REOYMEE2EIETEL LIRS NE72D, HIFPHE —FHENTIZR S HEBHN RN Xy vy 7D
BEEETH D LIEF ARV, UL UADSHMHBEETFROBTOHGEMS B U TCIEMBRAGETH O fhx
BRRATHAINTWVS. X5.51Ce031Z5% U, LDARHAHBINEIBIZ 7 — v Y KFEHUZIMANY RX¥ vy v T %5
RUEMERTHZ

4 T | I I v T T v
- - - .
il
3+ (b) 8 4
S‘ . ‘ lllll
E hm s ® s s 8 8 ®BE 8 @8 884 &880 ‘, --------
& 2
e % [+ - exp. 2p-4f gap
- 4 LDA+U 2p-4f gap
Uy - GGA+U 2p-d4fgap | -
. ® LDA+U 2p-5d gap
GGA+U 2p-5d gap
[y — f PR N N I IR T R
1 2 3 4 5 [ 7 8 9
Uett (€V)

5.5 CesO3iBIFBDFT+UDUENY R¥ v v TOMED KM

UDBENNZLEN NS Y RE ¥ v THREN > TV Z R RTHNS.



35

HOE

Za—Zlxy hT—=7

AR TIEZRILEARAA= 2 —F %y b7 —27(3DCNN)Z W CEENEBE RO W 2ilaz. Z0x
TEZOEBL D= -T2y N7 =7 DERIREMALIZDOWTHENT S, 72, RIFFROBEMRZTE U

TEARAZ2—=F )02y b7 =2 2YMERIGH U ZFEEZEN T 5

6.1 —a1—3I)bxv 7= DEKXES

Za—F)3xy N7 —Z IO REE B L Z3HE T L D) XA TH S, MR =2 —a Uy AEWIEES L
THEEINTEY) —a—avidto—a—a v o5l %2215 L MEOBBME ER L TCWEHIMIELEEX
BEFKLUA VUNVAEEEZRKTS, ThE2HETILI) XLELTHOTEELEZORT—XY TS5y RD/S—

7Ry THE. N—E T r O IEX6.1D & D RSN E T L TH S..

6.1 S—%7 b roiE

ANEE D 3 SH Ew, CEAMIT SNE I a—a VI EZ6NE. Mz a—a IE A0 B2 S iE1
ZEZNURTHIE-12KT. ZheHATkTe,

(3)

(6.1)
fla) = {1 (a.20)

-1 (a<0)

LD, KRG EW 2R ENEDTEEIICEHRL TV ZETANGEE» 0 EENLENERTET IV
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EEETHIELNTES. N— bV IEEIRATHE Y — LAICBAICR I NN, ZDOHY—E Y I VA
Fol&oTR— T b u VBRI 2 R OMBIME T U2 2B T I A TERVE VWS ERAR
REFZEARREL 72 Z & THIZEIE T KIZ R 5 TW o 72, SR 0 BT % 7572 2 WK il & U CIEXORRED
EZRN— T BV IFZOEMABIET M Z e B TERY,

ZDBRIANMN—bS@3N— T barOANEEHIEORITEHIchEEZ MA@ -t T tr vz
BFL ZOMBEERR L. ZoZE A -7 o idhllEr —ETho> THLIBITEWINHAMEEZ RS, LK
BROFH ) — RERDODZENTENX, DS W2 EGEAKREZELT I LN TEL I LAFEHINTWS., 20
ZEMOZEN— T Y TRDLS5HDOANLABHEDERTHS=a—F ) xy b7 — 23 JT6eE LR
(universal approximation) TH 5 £ b TW5. ZIZTEb - L L HMABE LT -FohlEE2HF>= 21—

ShFy hT—2(62)%ERS.

ANE PRE HOE

X6.2 =a—Fxy bT7—27 DB

3w N7 =2 DE—BIZBVTANE e, L EANT A —RwjiD OEE Rl PFES NS,

D
a; = ij(zl)xl + wj((l)) (6.2)
i=1
Z U Ca,; DIEEBAIZ K 2 GG HH ) — Rz, D A1 L7325,

Z5 = h(a]’) (63)

2 2T DIFREEERIZEMACBI B W EN D . Z OIEMEREEBEIC LV =2 =Tk y P T =2 I3&EW
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KN EBHT B 22 1cn s, HIEO AL 2 BFHEEA ST A — Ruwy ERBAIC & D
M
ap = ng)zj + U)](j)) (64)
j=1
EER TN, HMAREOIEHALRE B oz @ L T,HITI=y by lfZA 5N 5.
Y = oag (65)

7 8 DIE V(LB o lE I & > THWA T S 0 GIE TR B O AT 1 v 7 7 A FEE, HRHE T
HERBREfEbnd. PLhaxEeddrry N7 —27DHEiE

M D
yr(x,w) =0 (Z w,(é)h (Z wﬁ%,)) (6.6)
5=0 i=0

L%, ZITHRIBEDREN- T R EHKT S, Za—F Y N —ZFHEAA—R T o IZ AT
W, DI GGz, 2 AU DTH L e ART I ENTE L. HEEORENI A SA—t T b o v TEoHET 5
ZEMTE RN > ANEBDER %2 ME D TR R DEFRANLEHRTHILTHD. 2y FT—27 DEAN
TA—RwE L IRENFLTE2EIICEH LTV 2L TEEBNTOND N, Z OFHREITREVERHEZH VS
CETHELIIATIILNTES. RETRIDFAEVEHFIEIOVWTHAL, T SICZOFEEZGHLTE Y b
7 — 27 QWY S RENEL KT S HEIZOWTRERS.

6.2 BREVLEE
Za—=IW2xy N =7 OMIFEEE(w)d— I R EEFZE R D LT,

E(w) =

DN =

N
> {y(@n, w) — tn}? (6.7)

B, 22— 2y MU= DOFEITIOFRERBE(w) 2 B/IMET 2EANT X —Rw i RS S EEM
BMTHELEZDIENTES, REARMEZEL ZDIZTHVW SO NS —RINARFIEL U TIRARELD 5. ALk
Tl EAEBBE (w) DN T A =R IZET 2MAVE(w)DEHR? S NTA—K %

w' = w' — nVE(w) (6.8)
EEH LTV 2 THABBOMNIZ RO TFETHS. 201y VT — 27 OAFEHRZDELGHET

E D FENBAESERHIETH 5. FAEMBE (w) DB —fEDEAw, (2T S0 1EEAIZ XD
OE(w)  OF Oaj

B, = Ba: B (6.9)
EHEHSZENWTED. ZITHANE

aj::aii?o (6.10)
EREETDHE

9 _ (6.11)

awji
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X0 AR O I
OE(w)

[“)wji

= 0;zi (6.12)
ERTIENTES. ;32 Y bT =7 OHNEFET ZBIZFITANT VD D T,G84E; B0 i BB O
WA EGFHRT 2N TE S, PG IEHOMY OFEBEEE NS Z LT,

o 6E Gak g ] )
0 = 8aj Z dar, da; h(a;) Zk:wkﬁk (6.13)

LRIND., ZITHEDKRAEZRTAD &, —JHHDHASIE " JEH DA DM TRINT VWS Z L3

5. ZHIAN S HII 257201247 S A (HERR) OB &5 EHOBRETH D, 2 OFEPTEVEREE L
XN DFATH 5. HAETZEO R RO RIZZOFAENEORITHS. & LEMEHIIZLD Ay T —2
DM % RKDZIGE,ZOHARITIEANTA—ROKEEW LT 5 & O(W?) L7550 ilEm N ERIEDOS S, T Dt
HIZH N2 ROBFER L IZIEAL DO TH 27200W)THAIFE RN THS. £/l2=a -T2y FNT—

FFTRCOBAEZFMEATITS 22D TES720,GPUPFMAIZ L > TEIRAZINET 22 LA TE 5.

6.21 YIE9TS

MEVLBILEZICHT % & SREBBROMAEMUNAD XY b7 =2 DM IZBET 2 HERENRANFHET HZ &
MTED. ZITREHRAMETEHVSNT WS XY N7 =27 OY I E175 O ERIC L B RIEICDOWTRT
WL YaeiTiiEsy b7 =2 DANIZH T LEEDRETH 570,45y b T — 2 O OARZEMECTHEN %
M LEXE27DICHHINE LD, YIALTHIOEERE R Y b7 — 27 Dy, DAz (BT W5 T

Ezonhs. 5
_ Yk
Jii = oz, (6.14)
Z 2Ty AT K D
_ Ok Ay Oa;
kl 81'1 Z aaj ax,
6.15
_ Zw,,% (0:49)
= i
- Oa;
LI 5. W30y /0a; SO EEAEH NS Z & T
Oy~ Oyx Oay
5'aj B Z aal Baj
(6.16)

Oy
= h'(aj)zl:wljaial
ERINDG. TNFFRAESERE L FRRLEATH VWD 0y, /0a; WRAEDRDLVIZEXY T =2 ZEFHEL TV
22T B. U > TV IO ZEROFHELEEFERBEIIIVOW)DFHEETITS LN TE 5.
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6.2.2 hessian-vector-product

Za—=INVxy NI =2 DNy FHHIZFEARY MwlZdT2HTOBHI & LTEREI NS, ~y T
FNEFRABI B E O AR D —IROTEME CHAT 2REAT VTV AL Ry T — 7 DABEREAERET 5
DITflibns. ~y efTHZFIHE TSI A TRERMEL ROV EZDRILORESITHS. =a—F )% v b
= DEHNT A=ROEREW LT B L~y FAOBERBIW2L 25, Lzl>Try b7 =2 B8O
NIA=REBUHE~NY CITHIOFHBEIA MIFERIZREL LD FEEZFETTERLI LS. 22 TAY 21741
DR EEZ PAVEBIEC I VBSOS TMELRINTEZ, Bl DL LTI~y 27O AIEDO A% GHHE
TEMAEBP AN Y 2ITF &R MVOABOR TR T 2L — RV N—=F 3 —H— NEMUREDRH 238 T
NOFIELERTDOANY ITF 2T D 7DD L S DIEMPRIKEZHL TW2B 55 LERD H 5 5 R 5473
ANy 2IFFITIRR LS ANV 2ITFIH LS PO MLVOFEuTH 55E6,Z D~y 21751 & X2 LD (hessian
vector product) IXREFEFLEEZINHT 2 Z L THEBEZEE T, 2O0W)DFIHEETHHMiT 2 Z LA TES. M

TZOT7NTY XLIIZDWTHTHWL.

EITANVEITHHERY MR v HEATO &5 I12£T.

v'H =v'V(VE) (6.17)

CIGEEBBOMAVE CHEBE ol VEEHS 2D TH L LMINTE2Z e TES. ZOHAE v VE

R{}=v"V{} (6.18)
eR£T e vV THEIVEZR A ERIZ L 0RO ZHEBIZ,ZOR{JEFEAIENE IV e300 5. £ TTHERE
TR

a; =) wj;

zj = hzaj) (6.19)

Yk = E W5 Zj
J

CR{}2EHTES L,
R{w} =v (6.20)

ThDI BN &,
Riaj} = wijmi

R{zj} = h'(a;)R{a;} (6.21)
Riye} = Z wi; R{z} + Z VkjZj

LRBIENDLND.Z T BvDEANT A —Ruw,; (TN T BEETH 5. @HOIEERE AR E TN 5L
CHT TRz}, Ria; ), R{yx } 3o 5. RIS, WHERE AR RICR{ } R EH S8 5 350K LT FfMEE%
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#

HAWa56 Ehiék

Ok = Yr — tk
8= h'(a;) Y i (6.22)
k
LB R, TR EMEAIES 2,
R{0k} = R{yx}
R{6;} = 1" (a;)R{a;} > wiyd + 1 (a;) S vion + 1 (a;) Y wiy R{6k} (6.23)
k k k
L2 B BRI EREBEBOM S
a@E e,
Wi 5
5 EJ (6.24)
iji = (SJ‘Zz
CR{RAFFHEES L
R{ OF } = R{ék}zj + 5kR{ZJ}
8wkj
(6.25)

R{go- | = 5iR(5)

(’)wji
& 72 b hessian vector productv’ HZ35 Z &N TE 5. ZO7I)N IV XL ZMHT 5138 ONEERE,F
FBHRERNIR{a;}, R{zj}, R{6; }, R{0k}, R{yx } 2 F1 7= T EBE LTMAB LI TEL BHICERKT LI LNT
5.

6.3 CNNOHEEEADIGHA

BHAH=2—F N3y b7 —2 (CNN) (XHEGEZBIFICB T 2HE IR RETIVTH D, BUED N LEIRE
T—=LDRG I IR0z, ZOCNNDKE R T — LI, 2012FEOEEERH T > <57 1> a3 ¥ ILSVRC 125V T,
Y MK ZO Hinton 523 L7z AlexNet 235, /RO EE 10% DL EWEI - Z itz KT 5. i«
SO T & HOG % SIFT 7 & D A DRI D R % 5 TO722,CNN 338 F— 205 [H)
MR MR %2 FE UM T3 22T, @Ik T Z X IoRI L2, CNNIREGZBATICS W THEL D
DOTHHNBIEIFEBIZE EE ST BT, SHERSICBIGHINKEREREZ LTV, BEFRIIZE W
THIZOCNNEZRALZETARREINT WS, EROYEF I T & 7zCoulomb matrix® PRDF 7
CRANOHIFIZHE DK EOREETH > 7. TNSOREMEEZHAVTEYETIICEWT—EDREE EIFTw
5, CNNR—ZDETNVEMHATSEZ LT, 5645 FHIMREO R EAMAF IS, MELE 725 O IXCNN I
EWOWOFEHETNTH 52D ERHEEEZDOFEFFECNNOALLTHILIFTERY. TZTCNNOET L%
WRUMEEEEZIORAD LI UZETANREI N, ZOHTIEED X S5 RCNNR— DRI E T

JVCGCNN & R3DVSIZDWTHEN T 5,39 40
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6.3.1 CGCNN

Xie 5 232 L 7z Crystal Graph Convolutional Neural Network(CGCNN) D% % [46.312 /77"

(b)

R Conv L, hidden . Pooling L, hidden

6.3 CGCNNOHi

CNNIZKE R EE DR E AN T E-01I FIOICkER%E2 27 7EICERT 2. &/ — FIIEFORMERY
N BLTED &Ly VIIFEFHOKEDERu; ;) 2ALTWVWS. 2O/ — eIy VORERE~RY ML E
VAN CTERT D EARAAEERTS 2 L TH-LRHELZ EKT 5

ﬁ””=9[(§:¢”69wmn)Wd”+v9ﬂd”+ﬁ{
7.k

COEMEIZ & - TP ORFHESOERE T DORADR FDIEHRBA S N F 72 2B EE o MV ERE
Nns.

CNNIFEAAABIEIZMAANT — 2 2GS 2 T =) v 7EEBELTWS.CGCONNIZBIF 57— v
BEFUTORNIT L > TITbNS.

v =p (o 0. o o)

EROpET =) v IR R L TE D BT T — ) Y ZEME L LT AN & 7 2 R O B L 7R &
WTW5a.

BARAARE, 7=V TRBIZINA L, L BOEKEESXY V7= 2 VBRI bLOT vy Y 7 %20 e
7 BN & 35 . PRI L BT — & & B EEEC L o WO WO b2 EHT 5 2 & TEEET S
CGCNNOPERERA O 72 8 AGTAARIH D RS E I L TR D TR L E — R A Y KX v v 77 ¥ DYt fED
T %AT > 7R A 6.4 R T, 645 5953 & 512, TS (MAE) O 4l 13 5 B MES0E - & 23180
Lo TRODEZEDLARBEDLDTH D, EWHEETYMHEDO TN TET WD Z AN 5.
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Property J train data Unit  MAE.,o00 MAERger
Formation 28046 eViatom 0,112 0.136[14]
cnergy
Absolute 28046 eV/atom  0.227 0.19[17]
cnergy
Band gap 16458 eV 0.530 0.6[17]
Fermi energy 28046 eV {.564
Bulk moduli 2041 GlPa 16.4 10.6]18]
Shear moduli 2041 GPa 13.4 6.86[18]
Poisson ratio 2041 0.033

6.4 CGCNNIZ & 2 ¥thfiEo 7 %S5

6.3.2 R3DVS

Kajita 5 & CONN % 3R st 12 JE 3R U 72 k% 8 € 7 V3DCONN & il W 7291 ME 7l € 7 )VR3DVS % 5 U 7-.
R3DVSDO#E % X6.512 7

EFNVDAN LB ZRTT — RIIMEFHEEp(r) % ZKT 7 — ) TEHL,

/ exp(—ir - g)p(r)dr (6.26)

Ve

olg) =

C

an
O

NGB EEp(g) % L RIED A Y DA T g T TOFMFEMETA Y V2 lZRY 5726 D572,
oI IDF—REMEEIRZL TN EBEBERL,ZNSEH T —X Yy MIINZA 2 Z 2T, 7TV AEEAZEN
R Z Mo, ZOETANEYWEORE, TROLANINEZT—EZBEOYETH D1\ oM
R U7 R N6.6D & 5122 ) AR X B2 T AL BT —ZOHWEIZE 0 KOV BOAEEENHETW
5T EDNDB.

ZOETIVEMNE - FHFRECHEINZYHAME L TS 2 EREZ1T > 72, 600F O ST — X 2T
N2 530EHEOMFRE /2L TV A EEKL, 18000 D F =X 2 FHWTET NV EIIFL 2. T OFEEX6.7ITR
T BTOHMKL s — o VMHEEAI ALV —THEN— M) —Z 32N F—DOFRTIIMMOFEL D ENFER
EHRLTWAZ DR Dh 5.
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[Voxel data]

% Rotations
=
o
m
c
S
= )
> | 3D convolutional filters
= ~~ -
c <
8 | 1 L
c |
o)
E | } .1' L1
k] L wd
E —
= 00 =000
2 M, ] )t
2 00 == 00
c
E 0
= — ¥
= 9
LL
6.5 R3DVSDOIKAX[X
(a) (b)
£. ’
z
1:dumh: of rc:oated r‘eaplica:o Number of rotated replicas = 10 Number of rotated replicas = 30

B6.6 R3DVSIZ & > THIEDREERE T > 7275 R
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—
o,

MAE [gV/ielectron]

—
2

MAE [aVielsctron]

E, (b) AE, () E,
5 1 120
45 : . - -
. ., e 100
a5 - =3
® 3 . E .
3 L] E gw
& 0E . = ey
25 = - - z -
; .- 'l - & -
. = - .
-, 14 - :
o . o cu T
15| SOAP & SO4F & SDAP -
RIOVD . RIOVD . o P50V &
0 100 - o 100 o0 N 100 000
Number of training samples Mumber of training samples Mumber of training samples
E,S.' (e) cohesive energy (f) band gap
24 . e " 14 .
e i 1]
- - g . - ‘] ! -
2 . .. - o ﬂ,‘ .-, \ .
- . =12
18 | * g oe \\ * : B T "W,
- = A =
. 3 ¥ E RN - "
18 \ o » =
N Ed : -
. : . e | ~
14 . soiE e st e 8
o - RIDVD e k-
SOAP-CH
. e . -t 08 | sonbtzon
T 100 1000 n 100 1000 10 100 1000

Number of training samples

Number of training samples

Number of training samples

B6.7 R3DVSIT & 0 WMEfEZ FHI L 72 #5R
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BIE

3DCNNIC & % 32 #R AR BRI BUER DR F

ZOFETIFIDCNNIZ & 0 R MBI Z I T 2 720D 7)) ZLIZDWTHRRE. FTHWZET LD
MEZRU, ZDETNMIZE > TED K ST U TREFHBIINEIEZ FEK T 2 22 DWW THRR, ZDETIVOF AT D
WCHHT 2. IICETLVDOFET NI XALE2ERT S5, RBIIANT - R R DB THEEDOR NI DWTHL
ns.

7.1 3DCNNIC & 2 ZIERRREHDET ) v

3DCONNIZ & 0 &S MBI PLEI S & KBS 21X =D x n x nA v ¥ a T oW =EFEEp(r)Z AL L,
YA T ANV X — B 2T 22y U — 2 2fl T i kv, REHEBIRT V> v LV &

OF
Vie = —= 7.1
op(r) (1)

-

CETEN,INERY N0V aAVFHERERTA I THELNS. YALFIIZOWTIREDEDO T LT

DAL ZFZNLEAYEBEC I DIRIHETEI N TESE. 202y T =2 2FT7.1ITRT.

d

VBT BULleci:

5l

X7.1 3DCNNODHEE

3DCNNIZ & D % AR LRI % KBS 2 BADR AIEZ ORIMETH 2. FOETHTE 7 & 5 125 Mk
LR DI RATEE D A 5 & B FFEESEM (), BALARUE BV p) metaGGA(V?p) & HEERE NT
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WoZz, UL LmetaGGATH > THETEEZpE A Y ¥ aTY > 7256 BB E COETEEDOHERL NILD
ANBZeNTER. —HT3DONNOHEAIZTARTOELSDIEHRBA->TEY FOYALFHE2EZL LY
IATHORERIIMOTRTOELSHEE2ZITS. ULz > T IDCNNTHER S N R HBHBERT v v LD
HBINDMEIMDTRCOMOBFHEERM > CEHRIND. THIXE X ITERICHRAANRERTH H LM
BB EVWROTWEHETH 5.

FEHBREIIBVWTHERERMEALRD S, N— ) —T x5 v 7 EOEMMEEREIZEERNZERTH 503,
FOHEERETLID LT AL HAEOREERT VY v IVEEFETZ2DITMD TR TOBE & O RS % FELT
FhER S TIHEICHA I A MIKRELRS. SDCNNOGEITE THEEp(r) %

o) =3 6, (7.2

THHEL,ZNhEXY b= 2 I ANTNEOW)RREOFIHETIHRE T2 I LN TE 5. B EEOFHIZ IR
RNEETTDEIDEEEIDIEIHRIA IR F22y N7 DHAOFHESO(W) D AR FFEE TH 5
OEEICETTEIENTES. E5IC3Y VTV DHARI AT A—ROEVPAL THI5E, EFEED
Ay Y aDMPZIZUPEKE LR WZOZEZ TV AYHRADPBEARFTHA S L RKBIRRATHAS L 2D AT —
WIHKIET B Z 2 i3z, BENEEHEDHERIRIIGEINIBETFORBAENL TN DA —X—THD,
KRR LEHE I A NDPBRINIHA L. BEFFHREDA— =V a2 —RIZ > T HFETFROE
EATD 2D ARRIZ AR o TV B DN BN BISGHE O R 2 S 9 2 L IXH RO SR EAL & i A TR E R
Thd. b UBEONEEZIDCNNTERIZET Y VI T2 28R TEE EENBESHEDHE I X b %2 KIF
CHIZBZ N TED L HfFI NG, KEERYHNZYIEZ RIS 5 Z L X TERVWH,EENBEBGIHREICBIT S
HOEEEHEOMBEE UT3DONNTHEI NS D25 X WL FHOIRZ#ED 5 Z L AT & 5 Al gelkh
H5.

ZD XS IZ3DCNNTHEFDO L HAHBNEKEZ €T ) v 2735 Z i3 Rt E DR WEHHE I A N TR AN
52N TEHEMTH 20, AW TIRBEFOLHMHBENEEEZ Ay T - DEANRNTXA—R2ZFEHT LI L
TREHBENBEHO X SR mEEZBRE L. LOoBTHEWMUALZN,=a—F b xy b7 —Z X HHeEMH
(universal approximation) T & % 7z & % N BIAEH F DO 78D HAE & B WA % 58 2 72 s Mt BN B & 5 B 9
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