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Extension and evaluation of the GW approximation
based on the Green’s function method in many-body

‘ﬁﬂld)

perturbation theory
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—UCLARRIE &1 3 DU EOYIED L CITHAMER L 253588 § 222 L, RSz
TINTRZ1F2 2 I TE LRV, HIRIIB W TIZ Z DSEREIZ T ICREOEE)IC B 2 RE L LTl
AR T&E 7, A, Kb, HIRD 3 5% % 2 RO MBROEB) IZ IR 2 3 (RfETH 5, BEhE L
E 2D &) RREZEUCES FED 15 Th 5, HBERETIE, HAFEHZ PO THEL D D LEIXRN A
boOLILH, FTEEADOOAEZEZ CGHEEIZFIHE T %, 20Kk, 156N 7HE IR M AEH
Lo TEDX I LT 2D 2 BERNICEIET 5, ZOE, RIEOWENET 2 & 2 8EH) LTS,
FeDHIRDEFOFI I, F3, HIERE KGOMO T AT IOA %% 2 LR T 2, 20K, Fon
k%ﬁﬁﬁk%ﬁ@ﬁﬁﬂﬁ’iofgwiﬁ’ﬁMT%#%ﬂ%?% FEgL L L ¢, HIBROWIE X IERE
ﬁH%ﬁfi&<ib@%&mﬁ«&£mﬁ6 BENEF /NS BB TH 208, FICET 7 X ) I IERE
BEZRGTET 27 0ICI3ET 2 Z LIECERVEELRERTH S,

TREFHACEVWTEFREZE O 56, 2HRMERZED X ) A1 TS 2DTH A ) b, i
i, P01 ORI LEZTGAED, KERF, H20IIKELFARICETEZ 1 2Lkl kwuls
AFVIHNDETDRTH S, ZNPUNDRIZFEIC 1 O EDR % E 2 O EOEFHET 2 %46%
Thb, TOLEROMELRIEHEICHD ) 2 L3 HRROGA LRRICHL v, 207D, Ak, H—
JFHGEE & 13 d £ THEDORIE % Schrodinger HRERZ M ORISR FHE T2 2 L 2\TH, In
EAHETH D, 22T, BRABREMFEPHCONS, 7. X fHbndDik, FTHEOEERIE

DERIZHRTHFICREL Lo, RTHEMELZFEE L TREM & L TH%Y Born-Oppenheimer ¥l
Th23 B, 2R THLLEOMERMREL L IREEL VDT, SEDE T IRBIRE 2 T BT 5. A%
1EFRIEICBEZEL THR T v v VEERT 2, FORLBHV oS, BTIFICET 5448
b CON—FHEEOPICEEN S, ZOHE-HHEFRICL > TR YHEIYWEDO NNV FX vy 7
PHBINDARY S NVELIIIESD, LA LAEDS, §FHHEO 2R FPREVLDICERZRTOFHEIA
TR GAP. AHEMBEN T2 LEFEARVEALH N, SHOBELIBENMIURGINEFHTH %,

1.1 F—REBHEDELFE

W, 2 Ea—FDFRREICK D EFHEFIEETHOUIIC B W THERZ L Tw 2, BlfE, H—5
HEMEIE 3 DD ET A MTFIEIFET 5, 1 D1F Scrodinger R %2 25y JRIRIC & > CTfF ¢ Hartree-Fock
P RLEHAH A/EH (Configulation interaction: CI) ¥5. &2 7 A ¥ —ik (Coupled cluster: CC) % &
Vo B TLEN AT EFETH 2 W, ZOFETIREAOE FIHEIRIBIC O W TE S FE A A L To
B0, WEIBIE O P2 EEICT 2 2 LIk > THEBNED T EWNTE D, 20700, WA
WORIHEBERZ T L TE 5, Lo L, Hartree-Fock Zifd 2 %5 TIEZ R Ik EIBI% 2 D =
INX—2RDDH LI TE L, 1RG22 ICIEMBRETH 5, o, HRBEICN T 255
A FDREDIE . BFEDBL RITFTBE L D5 WP, KIS L GEHDSNEETSH 2 2 & DSRTEN
L% 5,

2 OBHRBEFFREISNT 2202 IR L Tw 5, BEINBEEE (Density functional theory: DFT)
ThH 5 B, CoTFECTE, MEOETHEEL ZUSNINT ZREOZ XN X —%235 2 L2 TE 2, &



BRI E X Kohn-Sham (KS) & W9, Scrodinger ARz M7 1 K FRIEICBEZ 1E L 72 A % fig
VT3, ZOHBRRICEFN AR A T v > v UIBDEMZ W CEHE SN2 D, FEEEORANEKR I
AHTH 270, HEREEZR D 2ODBEMHIZH S I oTuiwy, £, 29 LTRSS NFEHE (KS
FOU X —[EHAHE) [ EEE L HEE T NEOFEETH o MR 2L ¥ — %ﬁﬁ?%%ﬁi&w
29 LMD 1 27, AOMEEHDERTEZ 2, N FX vy ZNHEORMETH 2, [7
3OHD, ZLREEERIC X 25 TH 5, oA BEERIRSCAICE W THHINTE ), £ I0%HE
&> TREINTHEFDNS BN Lo TED LI ITHINE D02 ) FETH 2, EBFHICE
WTIE, HEEEEIN IV =7 Y H OBEARBIEES = 2L X A, BE#NI V=T H %
MZB LX) EDEICENT 2D 2T, ZOFETIIIEE N IV =7 v DA BB
%bﬁ%&@%@&ﬁiniﬁmi&%ﬁ%ﬁ#hﬁf%% BHEERD 1 212 Green BIEIEICHD W%
REERSH 5 B0, ZOBEICE T, n kT Green BB 2n DL WEEHE O/ %2 N KR
ﬁﬁ%ﬂu@@@@ﬁ@@%@@?ﬁﬁ@ﬂ%oﬁulﬁ?@Gwm%ﬁi\%%l$w#—ukwfl
ROMZERL, ZOLZNLF—RIER 2L F— LIRS, ZOHERN 2L —I3ET%Z2 1 DD
PR, H20IEMTMA O 2V X —ZMIcHS L, HEFARY FPAPRLHNEFARY Lz BT
3, TOIZRNX—3HERTHEREM 2 L CiltETE 3 10, 7, 2807 Green BB ORI 2 &
2 IEfL, B EANZERT 2 220 F—%2 5.2, Iz HotudE & 7o IEfL- 1B, & - 1EfL
WNOFEZIT) ZENTES, BE-IEANOFEZITI) ZLick D, HRINARY PLEFIETES L L
HIT, ZHICBRT 2R TR 23T 5 2 3 TE %, 21 Green B Z HERL T 5 2 B - HH BB %L
I3 Beteh-Salpeter if2 (BSE) Ic & » CitHis iz, 1
HERT - 0 BRI 2 AR & L€ GWOEBIDSERAL S 172 D1F 1965 4D Hedin 12 k> TTH % 10,
D FIEDFEBRHIEHE Z N7z DI 1986 4ED Hybertsen-Louie D TH 5 12, kfibnsitHEE L
TlE, JRICDFT TEMAE L 72 KS A = 2 v ¥ —icnf U, seHHBIMH AER IS > W TEBINICHIEZ A %
TiETHD, TOHIEICE D, DFT Oy FX vy 78/ OREE 3 H 2 RERET 5 2 LB TE S
aﬂ%nfwéoﬁﬁatfuﬁﬁwﬁﬁnxbﬁ%wﬁ%\ﬁ%@ﬁ#@i%mﬁ¥ﬁﬁﬁ§béiﬁ
BRIRDPHEETH 2 Z ENBT oD, L L, iHHOR VR Y 7 LR 2B DERETH 570
WiHLzRIEE . S DA — 8 —a v Ea— YDA THEA=—a 7T xﬁ—X%U®um%%<§
22 ENTE, FHRLEDICH>TEL, BANLRGIR L ARICEERORADHS 2 TH D,
R R E R LD RETH 2 2 L bFHETH D, ZrucHO LR Lok biTbiis k)i
o T&E7,

1.2 NRNDOEE

i‘é%&x«xﬁ )V (Photoabsorption spectra: PAS) I3EFIRREICE 1F 2 HELHEWRTH D, SEHBIRT
% DBIR OB, KBzt S, %m%&ﬁé)_xwf&%%&&%%%kﬁomﬁwe—
7@01 WIN SN WRZFRFOHDOZ RN X — &L TE D, JWINT F )L ¥ — (Photoabsorption energy:
PAE) &MHEN S, o oFIREIC X 2302 A1 U, PAE IZFEEREE & iIRED 2T 2L ¥ —
DAEICE > TREI NS,
:@Pma%ﬁﬁ?ét@m@ﬁ%<ﬁﬁ130®ﬁ&ﬁéaorwmn&%cc&%w%%ﬁ?%&ﬁ
Rk UL OSL I k2 ERIE D E TR, 2 2 H Ik DFT ISR EHRAE D RN % I 2 7 R R 77 25 EE LY
¥ (Time dependent density functional theoyr: TDDFT) 17 23 223 F . =OHIZ%E
EERICHED W7 GW + BSE i M08 ©dh 5,
BAUEN TR ERE 2GR TH 205, JERINOFHRECIRIFFICEHE 2 X F DRERIKRE v, FIZ



1% 2 CI(Multi reference single and double configulation interaction: MRDCI) £33 TORE I % N
LT, R AR ME NS Il L TREC A2 23, BHax P2/ E < $ 57012 Slater 1A%
ZWOT LRV, 20K B UIIEFIEREZE T 2BICT#EL oy, ¥k oiE &1
LA FIEIC B W TIRETIEEIREE IS < @ Slater ITAIXOBIGHI A E L TRBIT 2 0EBH 270 TH
%, 7o, WIHLORIE S IR 2T, KiReE LTRELTTFOREZIT) T LIIAHRETH 5,
TDDFT IZHDWAGHFER = 2OP TR bEIHE a2 PR, L L, 2 OFHERHEIZ O TIE5E
M2% 25, 2ol ZHMHAEHZ 2T LIAD D DOTH 2 sHAHBIMH AEH O IBEE D BT
ERIZICAHTH 203, Z OFHEREIZNBEEEKEEPRE VD TH 5, ZD1dRFENITEEZ A I
S LHEDPHFIEL BV dTH S, HEIHbI s DIE, RFTEEER! (Local density approximation:
LDA)6] L A BT ML (Generalized gradient approximation: GGA)?4 £ B3LYPI®! L a5 7 DT
b5, LDA % GGA 13 AHBIMH AAE R SRATIN 2 B LS Z DRI L > TIREI NS &V I RED
b EDIEYTH BH5, NV F¥ vy 72 NHli§ 2 2 & TSNS, B3LYP &SRS AR & LTAL
b TV 223, BFEOVEZNRICL 3RO EIERE & B~ % X ) IfEs % TH
570, EEICHAGWHZEE X CGHETE 20013580 TH %,

GW + BSE ¥ & 13 GW ilUC & 2 ¥R A DA & BSE DitRz2illAaGbE it AT ETH 2,
DFHAFIEZ T 5t GBI S 2 D% S 1 EE N 5B TH 5, AR FZDHDIdEVL, o Tk
&R B EASIHEAI RSB E . Z D70, BTk L IDEVHRR D K E 2R L EHHEE
ARSI ZHIHonaeL 72D 9 %, 72, TDDFT & I3EORMITKE % 11 L3¢ 2 5E0 B ER
INTws, UL, IEREOXMHIEICE T 2 8d - ROLAICE TS 2 LML v, BT,
CW ELZ 5 L 72518, RN S 2 T ORHRIC B W T PAE Z3/NGTHIT§ 2 & 5 & 4 (261-128]
FEDOR ERRDSND L) ICh>TETW 5,
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F4 13450l BSE 2 9712 PAE 25503 2 Tk 2 #i/c ichise L, M2 Rk R SR 2 MERL 15

I8 o 7z,

1.3 GWIiELOEBEEILDERKR TR

WHEDONAAREICBE T 278 I3 A TN TE D, EINICE W T H KB 2 SR 23E 5 11 2 7%
ERREIERERREZIT) 720 DBEL ST ), R FHED X ) ICHIEREBOM/N e 2L —E)NHE L
AWML HB7-0, SBROEMITEOHAERKE TGV DORRDNTVW EEZ NS, GWEPlIZ
HAIREDFEZERLE LTV, SHIAMEHOADICSETELENHbNTI ok, L
L. BD X H)IGEFED vy Ea—y DRBEORIEEZ KICZITE 2 LTE, WU 3 A b AN
%’Tﬁof%%k@ﬁﬁﬁ&&y%v—7%%ﬁbﬂﬁ@kp%>ik\ﬁﬁwﬁﬁﬂwﬁﬁ®%k&6
Woachbd ., EREMIC K 2EEIRE D,
IWT@ﬁﬁ%ﬁ%ﬁoﬁii\EEl%w¥—®I*W¥—%ﬁﬁK0wTEEﬁ%%ﬁ%<%&@@m
value self consistent GW: evGW) ® Z U T 2% C SNTE D, N—T v 7 AT 2D A
72 evGWT DFHHE B Th T3 BB UL, BFLb )L wibiFTidal, MELS», &b
KELMEZ, COFETEDFT OHBECLOETEEEZ RO LD TELVETH D, Tz, fHED
VIR BRI RECRET 2 2 L L% 5, TN6 IFINEIRIE A A OEME ICHEL 2w E, £95 LT
LYY 2 WRETH 2, LEREEERVRIORITD 1 DTh 5., HER~D R EREELHTEETH
3, EWIHIREAGKEL TOEDICELY, 2D L, evGW % ecGWT TElHEIEED L2322, L F0l)
NGRS R T 3 B

Gowo@LDA [ GOWOFLDA N G()WO@GGA [}
eVGW@LDA m evarLDA ™ eVGW@GGA m
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B 1.2. evGW IC & 2 IB &M O 1B D EHARE R
Reprinted (adapted) with permission from [30] . Copyright (2017) American Chemical Society.

L2 L. GW DOREIRIEE V¢ 3 O E IS\ 7GR Tk, w02 DFT O3BIEI% % F v RSN IC
7. GWIERLE D Ny R¥ vy T2 BT 2 MR H 5, Z1Ud GW ELLTld Ward-Takahashi
identity®?l 230789, T 7 0 B CHETEERGFEHDE DL R0 dTh 5 LRRINT 0D, 3
BIEEE H QRS ISR HEICB LT, HAZ RV F—D T 2V X —KEFEMHICEH L 2fRifrbn
TWw3, 2o oifgiid, TR IALT 5, L9 I & T Linearizewd GW(LGW) {81 [33], [34]
WIS, ZOTEETIE Ward identity®! 25837 L, T M OFHEICE W TIE FEEEEH S KD 7>
T3, 2016 EICIE =T v 7 ZABEZEID Az GWT OatE b P8 2 o@»itEiEN RSN
oo L2L, GWL OFME A MIETHOREL, HMLRICESERWEHT 22 L3 TER L, MAT,
BIE ISR O E OMEHIETH D, 2 DRFHWEBEIC O WO HIfTbnTws LIdE
VW,



1.4 FELHXOEH

AL 2 DD SHK I TS, $TH 1 O TIITORED 1, 2 2FkT 27012
B LRI O R 2 R L 72,

1. JEIRE DX 2 — M DGEITG 2 2 LML W,
2. 20D A2 MR C BN D V| K DRFE D,
3. NS R TO PAE MM 5 2 &

MIRE 3 1ZB L TIE scLGWI RIS X BRI 2179 2 & TR L 7223, Z D5 2 A b ORENE - 72,
B2 OMATIE, 1 DA TE-S Z3EEZZ T T, GWIEBIOMRN 2 ERKEL2 BEE L, GW Ik
BU B R~ ) BHDHARTH 2 2 L6, GW IO RKNHEZ T 72, ZDhTb R HER 1
HERRDO T 2N X —REFEICER LT 2175572,

FOBIIBWTIRINGOHEM L 22 Rz LD, FTHEJHEFEORLNE L 22 5 Hartree-Fock 3T
L5 BN B R O Bilih 2 f HUSHEIN L 7282, AR XD FETH 2 LR EEERIC OV TOFHHZTH, 2
D, FIZHE 1 OMEDOTEETH 2 N OFREFEOHERICOVWTE LD DL, RADELLLHTFIED
BEEROFHD Z ZICEEFN TS, 20K, RICHE 2 OEOTFETH 2 CW Bl @R EIcBI T 28
W E LD,

H3RHICEBOLTRERLDERLH TR L 2N 2L F— DR e BEREF Lo, FTH
HWERDA X AERT v v L0 GW ERIOHH CIEL KGRI NTWE T L 2MER L7, 208, H1
E—=7 DI ZNF—IZOWTHERETH 2 GW + BSE KOEEA £ D #fTo7, 512, LD ERD
E—JDIXNFXF—IZOWTHEIRE L, B AN TIEOGER R L O E & D 21T 7,

B ATICB VLTI GW IR GWIER A 2 780G RS R L BR%E F Lo, T, EBHEIWICHR
Wis GW VT E AL 2 B AT H OIS ISR 72 LOW ERIZ O TA T LR T v v VR OE
THRNZFIHE L, 22Ntz F8aE & i L 72, RiZ, ZNZNDFHEGIEIC DT I 2L X —KHF
WORPEZTMEL 72, 72, 1 DHOWRTHAE L 2FEZ2HV 2 2 LIC k> THERINZ 2L ¥ —DEHH D
T, Z0ENFERME L L 7o, RESUSIFFERZERTE TR wd, N—F v 7 ZABEERY Ak
BB OWTH LT,



ARECREFTEIRCBOTHFEEHNILV =TV ZHOATHRE LTI I ENTELITELLT
Hartree-Fock i A% FENBIE R 2 F8 0 9 5,

2.3 BT L HIEEERO MR & 2 O BENRREEZ 2y ML TRNT 5, 1 DHOHGRE L TEHARES)
FOFTH L CHIS TV % Rayleigh- Schrodlnger DIBENHGER 2 N U 728, Hartee-Fock il 2oL b
=7 v ERIFEEINI V=T v L LEGAEITHYST 5. Mgller-Plesset #2804 %, 2 DHDOBGETIEA
X DFETH H 5 Green E%éfuf%ﬁﬁmt EZLSETIE ) T&‘«’ ZIroon s i TH 5 HER T
HEAZENL. ZOEARNRFEETH 5 GoWo B ZENT

2.4 BCTRNBINDEE ST EZENT 5, £3. {ERETH 2 GWHBSE EDOHNZ1TH. Kic, Fsdd
Bi%E L 7 FikTdH 2 GW method without BSE DN %179,

2.5 ETIE GoWo lEIZ A 7 FHEIC O VT L b, £T, HUMEE IR AL I 51 @ﬁ%ﬁ
RO Z T MR Z AN 5, ZOHE, N—T7 v 7 AT Z2MA 7GHE M2 0

?%»\$ﬁn@ﬂmbtﬁﬁﬂ—bﬁﬁéﬂwmo_T%méﬂfwéﬁﬁﬁﬁ®§ﬁﬁ&?%%%
BRAEREZENT

2.1 Hartree-Fock iT{l

Hartree-Fock #Tf8l (Hartree-Fock Approximation: HFA) | Pauli OHEfhE I % Wi 7z 9 & 9 7 )k @BI% %
Huzf@gkicd b, BFIAHEDOLEARNLRRED 1 OTH 5, HEz VX — T, EFHOMAEH
Veer BABPSDRT Vo ¥ VIINXF—FEDNGE Voo NIN =T v 2 H ETHUL, ZhEn
RD K ) ITET 5,

N V2
- _ i 2.1
K g 5 (2.1a)
N
1 1
Vee = 5 (2.1b)
“2 ; [ri — 7]
N N Ny
Vet = Y tet(r) =Y Y vr(ri — Ry) (2.1¢)
=1 =1 I=1
H=T+ Ve + Vors (2.1d)

T, (2.1b) RITBVTIE, vyt FEFOKE T S DHFEEOBIE v, ICX>TRE DL DD EREL 72,
LTHEsNINI NV =7 v 2 VT, Schrodinger BRI XAD & 9 IcFIT 5,

ﬁﬁ

HY(ry,...rNn) = EV(ry,....,TN) (2.2)

10



—MEDLEFRICEWTiEML TELY, UTTIIERD M EFR%2%5 2%, HFAIZBWTIX, M &ET
FZOWWEIREEUZ LT @ X 9 72 Slater {75 TFEE 3 Tl 3,

Xo(ro)  xo(r1) Xo(Tnm)
[W(re, 7o, rm)) = [xa(re), xe(r2), -+ xm(rum)) = % o) alry almr)
xm(ro) xm(ri) - xm(ram)

(2.3)

IhE (22) IKRA L. 2D S (U] (r1, 1m0, 7)) DT BT EICE D ZRAF—2 T Ok 9 ICEHE
TE 5,

E—Z / ary;(r) (Z) Z / drar' L ) i)

. Z / ', ,|x1< XL )Xk (F)xa (7 F) (2.4)
zk 1
Iz 777 vy aDRERBIEZ MO T IRFEBIBIE vi(r) IO TEST 52 LICkD, BUT o HF
XS5, -
—jxi(r) + Vixi(r) — /dr’Ex(r, )xi(r") = eixi(r) (2.5)
2 2T Vy i3 Hartree K7 ¥ ¥ vl B, (r,7') I Fock R 7 ¥ v )L ERFEN, ZNZNDUTD K 9 ICEHR

SN,

Z / T P (2.6)
(r,7") Z / ,|xk ) xu(r) (27)

HF HEAOLEDIE 1 DOBEET F(r) ICE 03I ENTES, ZDOMHETIE Fock HET & XN
DWE T2 HWw 5 & HF /U

F(r)xi(r) = eixi(r) (2.8)

LY D,

2.2 HENBEEIES (Density functional theory(DFT))

HFA (3IEBBIBICN L TEDEH 2RI T 5 2 & THREIBEIS & 222V ¥ —DREiEZ Ko 72, BN
BIB0H T (Density Functional Theory: DFT) TldZ 41 L 1358724 ), ETHEICH LA EBE 2 2
2LT, ZDORDBIINF —DORIEME ENIET 2B THELZ KDL 2 EPREL KB,

2.2.1 DFT QOERIER

DFT OREFERE X, 1960 £ Hohenberg & Kohn 12 k> TERLZ 71, Kohn & Sham DIEHIZ &>
T, BN EONSERE Z sk b
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HFA L ZEFEBBEE U 25k 6 iU, BFEE n(r) X,

n(r) = <\Il \I/>

N
= Z/|\I’(§17 ?§i-17§i)€i+17"' 7€n)|2d€l)”' adgi—l7d8iad€i+1a"' 7d€n
=1

N

Zé('r —7;)

i=1

(2.9)

LRIND, 220, FETOPEERELE A CVJEEREIZF LOTAE VIEEE ¢ = (r,s) £ L, i 12
THMOHP T, r;, =r TdH %, Hohenberg-Kohn DF—~EMIC ktuF, 1 EFHEEL 5 2 5 EEBISBUE—
BWICEE S0, "IN P TP VIRETEREICL > TEREMRICR S, FEHICKk-> T, BTEEIC
FoTHRBIINININ =27 VOEFEBPENLT 2 2 LI N, o OEBIZER TIEHT %,

PlhickoT, EFHEICL>TNIN 27 v OIIFHEZZS T2 2 ERAIRETH 2 2 LAVRI NI,

12



[EH— FEHH)
EHICFUETEE n(r) 252 % BEOMS o(r) & o/ (r) OFERIRET 5, I L > TES
NHZNINVF=T7v% H, H, BRERREOHEHEKZ, UV, V., ZLTZ2V¥—% Ey,E) £95, C
DEZ, ENIN =7V TEY 2L —F 4 v —HEREXRE R 5,

HU = E,U
H'V' = E,V (2.10)

BEERREBICHN T 2 /N 2 VX — DI L O H 12D TRADBGRALIK D 72,

Eo= (V| H|W) < (V|H|¥)
= (U |H — V' +V|¥)

:E%+/@&%%NMM@MT (2.11)
FRRIC LT, H 1220 THRRDBIRIIK D 32D,
_%:4WWHWW®<Em+/@@yﬂmmmwmr (2.12)
(2.11) A & (2.12) MOV THPLDOMZ & > 7RI T2 L, XAD X ) ITR Y FENEL %,
Eo+ E} < Eo + E}, (2.13)

koT, MUBTHEL LA 2R 1 DIEE 2, GERDD)

[EFL— FE)

NIV =7 v OMBHEDOR T, BB U Ik o TESNBEFEIE n(r)) ITIKFET 2859 % Eo[V]
ET3E, 20 LEDONGE u(r) £ LT, REERED T 2L X -4,

Ey[¥] = Fln(r)] + / o(r)n(r)dr (2.14)
Fln] = (V|T + Ve | V) (2.15)

ERIND, 2T, Fln] @A o(r) ITKEL BV, BETEE n(r) ONBEETH 2, SH5o(r) 28T
NINFZTVINLT, 2/(r) #n(r) £ 5 K9 RIEEIBIE U ICBIL CoOMIRME% & 2 & BEREIC
Y2/ 2 VX —DFI LD

B = (U[V]¥)+ (V' |T+ Vee | )
_ / o(r ) (r)dr + ]
> B[] = / o(r)n(r) + Fln] (2.16)

DEXD, EFEERIDONILFZT7VICO0THZ 2N X =L FEHIZE D 2o, GEHKED D)
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2.2.2 Kohn—Sham AT (Kohn—Sham equation)
DET 12D - & > M T, EEICGEIE 2 T 5012 fibii T 2 DA Kohn-Sham /i cdHh 2 6, =
DETIFZoHBERDERZ1TH,
9. Fn] ZRD X HIHET 5,
P = ol + 5 [ [P B (2.17)

A5 1 Tufn] RETEIED n(r) ©H 2 &9 %, BFRIHILIER D BRI 2 R O ILESIRE T 0 EE)
IAVX—THD, HHORGHIE TR 2 — 0 VAN TH Y . BB 2 L ¥ — LT
2HDTHL, THHBELFLE -1, HFUAOLTOSRNEEEGUETH 2,

CORMRE, HEENLBETET VS %L va(r) Db ETRD LI AR Z M- T ETTH 5,

{—V; + Ueff(T‘)] Yi(r) = eibi(r) (2.18)

n(r)

N
Z]www (2.19)

CZT. NIZEFETHY., i<j zlid i, j ICBLT, g <e; THD, HHZRLX—T,n] I, Z
DEZEIZHI - T

N 2
Lo = 3 [ 015 s(rr (220)
DT
N
Tn] =) & - /veﬁ(r)n(r) (2.21)

Y755, BALE veg(r) KD B0, (218) ICBWVT, ¢ IKOWTENEM-REEL 5, 20t
(2.18) HF 5, XA Epi 5,

N
ZF&:*/MﬂmMﬂ (2.22)
Ch%ﬁwék\@lamowf®§ﬁé\@N)&@2Uib\
0E[n] = / on(r) |:—’Ueff(7“) + Vext () + / :?Q,dwr ;ﬂi) dr (2.23)
ZITL 0B /on(r) 13, 0B D n(r) (BT 2 BB TH 2, B HAZLDOLEM
/ Sn(r)dr = 0 (2.24)

DHET, (223) D En] ICOWTOESHO0 ERDEME, r ITXSRVL—EDLEEMEZ VT,

B n(r’) 0B
vadr)—-umdr)+l/71_7Jdr+-&KT) (2.25)
2T, KHHBER T VY v e BRD K D ICEHRT B,
_ 0Exc[n]
/'LXC(T) = 5n(r) (226)

(2.18) 2 T EITX D oi(r) D3RO SN, ZNZ2H VT (2.19) X0, n(r) RO, 2D n(r)
E, (2.25), TbDb (2.18) KENZDT, Zis 3 20NFHACHEEE ICErn 2 EHEATH S,
153 Kohn-Sham FEXTH 5,

Kohn—Sham ARADEHITIZELAE EN TR WED, By, DRI A 00U, B E %I
KOZRNVNFX =K E 21T THD, 2L, LHRRLA—DETLEELn(r) ZbOHE 1 EFROMFER
AN PRAE S 72 D DTN Z L ITHEREDBNETH 5,

14



2.2.3 RBARBERY (Local density approximation(LDA))

Je® Kohn-Sham AR TIX, ZHHER T v > v VOB Z Z 00 UEBTEE L T 2L X —2KZ
3, LW ZERTTIRBRZEY TH B, TOETIE, KEHBER T v v L oufle LTAL He s,
KE I % D 78T H 5 R L (Local Density Approximation: LDA)Gl i2owTiliR 3,
VWETDRFHOEE D 2 EBRIEE ng b OB —LRIEEBMCESIRZ, Z2 I N =neQ HOMAMEHL
n?@?bﬁfﬁ%%ﬁﬁ®ﬁ%%x6 EMTED, INZEHWAERE V), DK% HFA TS

BIHEEITETHY, ZDfllEng TH S, TORITHTHHBEZ R L X — e (ng) ITD2WTIE, ng
@ﬁ WKIG U CEER TR, BTEr 7 AV aEO@EAIC XD, BT E 72 1 3BENICR S 2 LR TE %,
FEOWEP OETEHE n(r) FE A AR LiEG ZRVICZEL w5, LeL, 2027
BODHTH D% 6I1E, WEHNOKS r OEHE T, BETEEN n(r) THIMNETHIADRERATC
EWTE S, WHRAKROZHHE 2 VX — 13, BBNETHADROZHHE L 7 L ¥ —DAITHIT 5
DT,

Eyln] = / e (n(r))n(r)dr (2.27)
%, XoT, MR T VY v LI,

Freln] = exc(n(r)) + dEt;E”) (2.28)
L b, HMHBART v v VICBIT 2 2 ORI LDA EMEEN TS, LDA 1., —RT 3 L ERBNT

WX HICBbNn S0, EERICIEL S OPEIC %ﬂﬂéh%@ﬁaﬂlyﬁm?snfﬁf:o L2 Lz, LDA
RN TELRVLIELBH S NIC R > TEL, KONV F¥ vy THIEIZZ 0BG cH 2, 2%
&%?6ﬁ®®ﬁ& IRZA T LDA EMEIEN G, BT 2 GWHEML A A N LDA ® 1 2TH 5,
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2.3 ZE#HR
2.3.1 Rayleigh—Schrodinger DIBENER

—MICZNZNDOYEPHENEH T 2 LR IZE 4 OS2 DD WIE DB 5T % 7 DIFH
WZHEEL W, ARRTETHIUSITIR IR 51D b DD, =KD EOREIZ O W TIIRIR 54 % B T
frm R g DIFAARETH 5, Z 2T, ECINICEZE 2 7o O FiEMEENETH 5, BERE TP <
D% T 1CH 2 IFBEIE & BRI TH 2 BEPEIC T, JHEBIEIC X 25882 5 L 7252 1B EIH
WXk TEDK I BT 20250 T 5, BEDELNRO ZDIFTICKEDOPLUEICEIT 2fETH D
e L CTIER EREDOR DAL 2 IEEEH, #E & RECHE LEEOMO NG 2 EHEH L §
DEEDET SN, BENC X > TREEMED & A Ef 23 5,

SIREFRICB T 2 BFHAICE T OEINE LML L L TEETH D, RLBUIIESEINTE
720 ZOHTH D H % Rayleigh-Schrodinger DR E)EE (Rayleigh—Schrédinger perturbation theory:
RSPT) Z#/ 9 %, NIV E=7 v H ZIHBEIH Hy LEEH H 127000, LFo X5 I1c&T,

H=Hy+H' (2.29)

DR, Hy DEHRZ PV TH S |T

) RO 3L F = B 120 DT OBIEAIR Y 75T 3,
Ho ’\1/59>> = E© ’\1/5?>> (2.30)
RO VEERZ bV |0, KOERZFLX— E, 1220 THFERICIT ORI D 320,
(Ho+ H') [Vy) = Ey, [¥r,) (2.31)
T HBRIA=FAZHOTUTDX ) ICERESL LT 3,
= \V (2.32)

CDOLEE, NZOVTHEARZ RV |W,) KOEA 2V X — B, (NI T 2729, Tayler BRI
£oT

T,) = SN \1/,(;'>> (2.33)
i=0
0 . .
E, = Z NEW (2.34)
1=0

LRTIENTED, TN (231) IKRAT B E
(Ho + V) (ZA’ 0 >> = <ZA’1E,<;?>> (Z A \1153>>> (2.35)
=0 1=0

L2, ERICESTARDLTHERTHZ LI 1c J>\Eﬂﬁﬁiéon&®A®%ﬁ#6%6h
TR n KO &£ I3,

2.3.2 Mygller-Plesset &

HF SERUS T 2 BEHHIE D RFEN 72 b D & LT Mgller-Plesset(MP) I3 F 6415, S HIXfEH D 72
DITHHED 2\ M ET-RICE T 5 Mgller-Plesset 2N T %5, ZOHETEHIEEH NI L =7 EL
T Fock HET F 2 OTUTD X I ICEHRT 3,

Hy=F (2.36)
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BNV =7 VEEIERT v L E LTERI N, DTt 3,
=\V =\H - F) (2.37)

INEDNIN =T rEHAWTRSPT ICEDWTEEZ1T), RSPT ICE8 U 3 EFHORE%E & 2 £ Tt
H 200200 T MP i MP2, MP3 XAl n3, WEHBIEIZ. ITFTo X)L TET,

U(ri,re, - rm) = Yo(ri,ro, -+ 7y) +Z)\‘1/Z(1°171°27"' ,TM) +Z/\2‘I’Zi(7°1,7°2,"' )+
a<r a<r

(2.38)
22T, Uy i3 F OBEBREDOH, RIEDIZLF—2FORETH 2, U OFf LA EDOHETIE Slater
ITHIRDHIE x, 2 x, NEEL TR 2 E2ET, VS ICOLTHARICHEDIRZEL, Zhazh
_t\_i%?(]:uﬁit@ck,) ktfz)o

\112(7'1,7"2, te ,T’M) = |X1(7°1)7X2(7°2)7 e 7X7'(ra)7 e aXM(TM» (239)
\PZZ(T17T27 e 7TM) = ‘Xl(lrl)a XQ(TQ)a T 7XT(ra)7 T 7Xs(rb)7 e aXM(rM)> (240)
0 ROFIEIZ DWW T,
M
Eupo = <<I>0 ‘ 2 ‘ q>0> =Y. (2.41)
=1

%, OV X 3B FEHAFEHAP _HICGIEINTWwE S, HFADZ X — i L &
VW, 1 ROBE T )L X —
Envpr = <‘I>0 ’H ~F ‘ ‘I>0> = Enr (2.42)

LD, HFADIZ ANV ¥ — L =BT 5, 2 ROEH T 7 )L ¥ —

Eyvipa = +

1 )3 Xa(r)xo () [v(r = 77) [ Xrrxs™") O (P)Xs (1) [0(7 = 77) [ XaX07)

2abrS Eatep—Er —Es
1 Z Xa(r)xp(r) [v(r — ") [ xrrXs™') (Xr (7)xs (7)) [0(r — ') | XpTXaT') (2.43)
e €a+Eh—Er —Es '

ERED, TTTo(r—7)IE

) 1
— = 2.44
=) = (244)
ThHs, HiT, HERICBWTE
AI/Q i ! / ! Vi
(Xa(P)xp(r") [v(r —7") [XoTXsT) O (P)Xs (') [0(r — ') [ XaTXoT")
Eypo =2 E +
abms Eq+Ep—Er —Eg
M/2 I ! ! i ! /
3 Xa(P)xp(r) [v(r —7) [ xrrXs™’) O (P)xs (') [v(r — ') [ xprxaT’) (2.45)
e €o+Ep—Er — €4 '

EETIENTEL, MP2OIZFNF—3 HFA DT 2LV X— L D/INI L B 2 L IZFEESLD, 2
ZRAL TORWEOMNENT 2 GRS 5, o, RHERRHIEIC L D EXROPREICHEN S H
52 LB 5o T3 Bl

2.3.3 #¥RFAER (Quasiparticle equation)

RSPT & 3MloE&EEmD 7 7’0 —F & LT, Green BIEZ 277030 5, O, HETFAXR
7 FVRHNET AR PVIZX > TBIMIZ 15 A4 4 (LA 7~ > ¥ )V (Ionization potential: IP) %1
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BMI71 (Blectron affinity: EA) OFFEICE L T3, £3, Green BIBZU T O X I IC L TEAT 2 B,
Gy (z,2") = 41<A77‘T[w0 ()] (2 }’A77> (2.46)

TIT, O(r) EMEEE T, N () 3EREET, T TREE2EKL, [| NG EN2&HTD, o 1
G EN DR DIEF DT OIICAHNC R B HHE T TH 5, D Green BAEUIZIHZTH 5 |N, ) DIREE
CHDLRKt B r OB TR RE, WK ¢/ OB v ICEF 2 ST MABBOINE 2T, A
FA L HBEEE T ORITIZ AT OBk 72 )CSHaB R D3 5

DE)PH (') + DY) (r) = 8(r — ') (2.47)

220, (2.46) RicBWT, ERGEEFDRICER T 28546 L HGEE F08IER T 28560 2 D084
WOWTHADT T L, ZRZNOHEEICE VT, BEelofM:

emp
SN+ L) (N+1,v =1 (2.48a)

2 BB T & IR ORISR A S 5,

emp

GWLxﬁ:44§:<NW ¢4nw]N+¢J§<N+Jﬂ/AAw¢q : >@<tq (2.49a)
Gv@gxq::¢§f< bE(r ) —]ﬁu><N¥—Lu ¢a03ﬂ‘Aﬂv>@’<t) (2.49b)

’i?\TH§X$V&ui%n%nﬁﬁz’gwfﬁﬁﬁwﬁﬁﬁwﬁﬁémfwéﬁﬁ®4V%v7
ATHb, ¥, BEHEEHEZXKIL 2B, O vy Ty 72 LT, MFEXF N 2Hw
50MT\%KEﬁ@&“%DTH§X%V\H&0AiH%@%%%%OOu@?@@%é%%&%ﬁ
O(t) TFHOT1IDICE LD B L,

x'):—i§<N,7 (7, t)
+Z§i<

emp

=—zZ¢ ')y (2)0(t' — )

s (1)

‘N+1,V><N+1,V

,>mﬂ—ﬂ

L)

—1,,u><N—17u

Golr,t) | N7 ) 0t = ¥)

occ
+zZ¢ ')y (2)0(t —t')
emp

= =i 2 ol () e 0

occ

+%Z¢>W Vg (r)e e (¢ — 1) (2.50)
SIT Do~ Elo s Do &U\ ), FENnETNn,
o). (x) = <N,'y ‘ ’t[)((l:) ’ N +1, l/> = qﬁlg(r)e_iezﬂt (2.51a)
&)y =Bt — EY (2.51b)
Ga (1) = (N = 1,11 (@) | N7 ) = 0y (r)e " (2.51¢)
&y =EY —EJ ! (2.51d)
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T, EM i3, M EFRIZETZ2REN DR VT —2RT, EIZID ¢ I3E BB E I
<U7‘:/l$’féf%%oo D#BINGD ¢ L e 22N FNHERNTIHEIBIED % \» i@h%f-z\wi&—t"}v&o ES
7o, Dg C oETIE, KlZ2flHICT 2401y =0 OEA, DV EBREOEGOAREE L, v 12D
WTIFRELARWI EET B,

C DIERFIKBIRIE DIEH IS OB TN S, £9. MERFIEIPIE 2 200l & S AHED 2 >ICBIL TR
Mz L sE, (247) DMK LD, XOZERMEZWRET 5,

all

> W, (r)els(r) =d(r —1') (2.52)
A

WA 0 s D FIOME > TR B b ic, Tirs BT Sup ORI E SarSas O F—H:
B EAD, T, Wh DD Sap EROMIC dr,aasm

&w=/ﬁwﬁﬂ%0) (2.53)
SaxSxg DEHELICEWTIZ, (2.48a) H 5\ 1d (2.48b) HOFERMEZFIMT 2 2 £ T, ROFE—-MRH{SN 5,

all

ZSQAS,\B = Sa8 (2.54)
A

koT, TOEZ YIS % Unitary ZHI X DAL L 72 S OMAMRTIE 001 £ %, DLEofkicL
T, YERTIEEIRIE DEE BTN S T,

RIT, EFEHELHEE) T 2L X — 23 MER BRI 2 H T EDRRICEI N 2N 5, BT
BT p(z) & BT RV F—HET T() 3E BT ickoTRD LI ITH B,

p(x) = U1 () (2) (2.55)
Tt)_ /iﬁ@)<—;V2>$a@yh (2.56)

(2.55) & (2.56) I N +1 BEFROBEMDOEMEZIFAL BIHHRMEZ IR T2 & |
no = ZZ% )@u(r (2.57)
- XX fac ( V) o, (r)ar 259

Choid, BRI B OVHER T 2L X — N 2 TR E R TH B UER TR0 B #1T
Do (2.46) D Green BA¥i % w M~ 7 — ) 221§ 2 L 2D

-
—

&L EE OB L FRRICET 5,
D5
46
G(r,r'w) = /00 et G (2, 2 )dt
ka0 0

)\ w— €, —i0x

El %, 6y 13, A DNEARED &L 40, ZREO L Z-0 LR 2WMPRETDH %,
(21d) R k> TELINEZ NIV F =7 2 HOT, HBEET DN £ Y~V 7 OEHE) 7 BE X
XchEZioNn5,

=hwﬂw+/V@—WWWﬂﬂﬂMW@) (2.60)



AR 1c W C b AR L
z—w* (z) = [ (), H]

- i) / hol (2)V (& — ') (' (') da’ (2.61)

ho ENIAFZT7 YD LR THY, (2.1a), (2.1c) ROAITH S, V(e —2') =V (r—r)o(t —t') I,
BIE7 —a AR V(e —7r') = 1/|r —r/| OZEE-RHEZRETH 5, (2.60) H 5\ 1% (2.61) DML/
22 B BIHE T & 5 W IZHBEE 2 EH S, HITkD» o T M2EHS & RIRIC (N| & |N)
D2 XD IFIHRAL L

P;—th@wﬁ—/Z@wW@w%wzﬂx—d) (2.62)

[ﬂ;—mﬁ(%@—/awwmwwwzamﬁq (2.63)

T TIEASEIE 2 Bif Green BIETH S 1 5 81 Coulomb HAAEHDY, FEFIC X > THiICEAL
HOZ 2L X— Y "(z,y) I LADSNS 2 LIZ K> T 1AL Green BB L To A E LT 5,
(2.62) K& (2.63) XD 2 2DAHRAIE, NIV =T VDTN —THLGAHIE, BEEEL R0
EL600REML LI TRY, DFTIE, fOZDICNIV =7 yDBIL S = Th G EICIRE
LT, (2.62) RORICOVTHLZ I L ET 2, CORICHELT, w ZEBAD7 — Y TEWEFFH 2 LIk
DUTDOL)IEETE S

[w— ho] Gy (r,7";w) — /Eg(r, 7 w)Go (v, v w)dr” = 6(r — 1) (2.64)
ML OMORICE T 5 Green BIITH 5 Go = 2420 % T,
Ga.o') = Gofw. ') [ Gol.)S(0.9)G ' )dydy (2.65)

(2.66)

£ 5, oKL Dyson AR EMEENS, K. 2.1 121k Dyson HERXZ 7 74 v~ %A 777
LTI AT 770 ZHOTERER LT, 4777 LFRICEWTE, RAMN E DK G, Mk
zﬁGo ERLTNS

B 2.1. Dyson SEAD YA 775 LFKR

(2.64) T (2.59) ZRAL. ZDRICw & ey NEEDIT ST LICTKD, RDOMERTIHRADE NS,

[hgl) - 5)\o':| (b/\a(ra 8) - /28(7‘7TI;5)\0)d1‘/¢)\0(7‘l, S) =0 (267)

20



BEAE e, 25m BEICHIEL TV 5 & &, ZOREEMEZRFD m MO R FIRBIBIS 13 2 DR O H7r 24H
THWIRETT 3 X ICESIENTES, YA T 776873 2HCE LHEZ 2L — X OFRABLT
DI, 2.2 TREING, BHAFOREAUDHE 1 FHIZHN 2 X1 Hartree H, HEAHFDADH 2 I Fock
I Z N ZUHY T2, 2096, HOZRAX—OEBEUNADES % FLHT, T(r,r;w) £FE
BT 2856065,

C%: |~O+ m + t ------ + l/‘ + t-g + QO = |‘O + “
E 2.2. HCZZLAX—DF AL 775 LFR
AREHOZRZLF =3 1 DB M2 2THED L I E TR TOMEFHZRT Z L3 TE 228, K
TIRRCEDODRINTOLRETITH YT 2, N—F v 7 2B T & BRER Coulomb MEEH W %
WS Z LIk o TR T2 e TESL, N—F v 7 ZBHUIN. 23Dk yicgE NS, T I

BT 2R CROEMARODIEIFE 1HOAZH VS, 2EDTI=1L952LTHDH, ZoHSHEZ R
LNX—DEBEE G & WORBOMTEINS D, 20D LI ZiELUE GW IR EFFIZN 3,

oy g
Y:-+\/+'"+ +V+

B 2.3. N"—=F v 7 ABEDY A T T LK
R Coulomb M HAEF D EFEICIZ WIS P 2SI 8ECH 205, Z20UI ¥ A 7275 L% HTH.
24DEHNICEEIND, T=1ELEBEARFE1IHOAZEETSZ LIR30, Z OGAITELHER AT

(Random phase approximation: RPA) IZHHYF %, Z OBe% % v aud, S Coulomb HH A1
MMM, 25 DX HIcEINn s,

B 2.4. 5GEASBD Y4 775 LR

2.5. BEHE Coulomb lHAEH D YA 7 77 Lz
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2.3.4 GoWyiifll ( GyW, approximation)

GW 3EflE, Hedin 25%Ex(L L 101, 2 DFERDEHIZ Hybertsen & Louie 12 X > TA Ik 12, GW
L) A, HEZ 2L ¥ — 0 Fock SHUIH EAHBIHO M S(r, v/;w) 2, 1 K7 Green B8 G & RPA I
B 2ENICER S N7 —a Y HAFEH W OOy, 2%

YW —iaw (2.68)

LIEBILTWwAZ Lk T 3,

ARD GW ERITIE Z DIERIO e EIBIE S H AEREINICRD 5N 3 RETH 2032 OFIRITIER
IR 2 A R DSEWZ D, D GoW IEBITIE O RIZ VTR o 7 R BIEE A2 FIH L, E#Eic
RIEZITS ., T OBRIZIE Kohn-Sham AKX % LDA Firflz H o THOMEEE ICE 2Ltk hko 6
NWERIEZFIHT 2 2 L23% 0, 24Uk, 206 Oz v T o 7z BRI GW RN &k
BOoNIWHEB LML TVWE I EPASNT VIO TH S, WIS E CHOMES RO 54
& GW JTL, IREIBIS 2 A L 7285403 GoWo & LTIXAIT 3,

7=V TR ICE T, W LFEERE e £ DRICIERAD & 9 2R H %,

Wee (q,w) = [ Y] oo (@, w)v(g + G) (2.69)

CITG G IFHETFRI PV TH D, Q ZHMETOERE L TUL, v(g+ G') 37— ZZ2E/TD
J—avRrTrTenLThD,
47

EFHIT 5, ego (&, RPA TOZBIE P ZHOWTRD X HIZEHETE 5,
EGG’((LW) =dga — U(q + G)PGG' (q, w) (2-71)

SHREEE P RIS 2 DI IEIBIE L 2 D T 2L X —[EHAEK O 7 2V 5B f DT, GoWo
A TR ZRD L Z LD OIHKRD LI LB TE S,

Fl, LEETOW O w KIFERETP D w KFHICK 25D TH L, 2D, P ORBIIKTT
Mz BT 2 X9 ZEBIE T AR HIUL, W ORIBEIKAAE $ TAITE, B a2 FIIRIICHIR S 1
%, ZNEABICT 2 DDY, Generalized Prasmon-Pole (GPP) €7 LT % 1267 coeFrickn
W, TR w =0 OYER T ZFRTIEL, 20 L E,

Peer(q,0) =
| et AT (ESa) — T ER)
Z <nk ’ e HatE Ty k4 q> <n1k + q| @G nk> EIl(S —_KS (2.72)
n,ni,k ni1k+q nk

L, FBROGHETIE, HOZRLX—122W T, (2.68) DER%Z Z D F FEMHEETIZ, Fock s8#uH &
HBIEIZ 31 %, Fock ZHIHDWRHEIIRX THZ 51 5,

(nk| X (r,r") | nk)

Ex,nk

occ

n1 qG

ei(quG)v'

nik — q> <n1k —q ‘ e~ iatG)r’

nk:> g+ @) (2.73)
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GPP ETND T 7 A<wDE—FREEEZ o . MOER T 7 A<IREEZ Qe £ LT,

. B Q%e (g)
Wga (@) = Sca _Gecalcl (q,0) (2.74)
0Ze(q) = 2@+ G)-(a+G)p(G-G)
R N PR EE p(0)
= —% /0 wIm[e&lc,(q,w)]dw (2.75)

THb, InsE2HNT, GPP EFNIIE T 2 HBIEO RHME X

Yenk(E) = (nk|Zc(r,r';E)|nk)
- Z Z < (atG)r |y ko — q> <n1k q‘ i(q+G)r nk>
n1 qGG’
2
% } QGG/(Q) v(q + G/)

20ce (QIE — eny_q +0cc (a)]

occ

+ Z Z < lH-G)'r' nlk q> <n1k q‘ —i(g+G")-r’ nk>
n1 qGG’
1 0%c (9)

fed v(g+ @) (2.76)

20ce (q)[E — Emk_q T Pcc(q)]
L%, (2.73) KO, (2.76) D ny BT 2 A&, oce. emp I U TZ NI HBLE, 24H5ED A DFR
Mz S,

KS T3V F—I2xd 3 GW ELOMIEIX, RSPT ICEWTIEEEH NIV P =27 %2 DFTICEBIF 213
Vb=7rel, BEINIL =7 v 2 GWIEROZHHBITE & DFT OZHHE R 7> v LD E L
72BE, 1 ROBEHIAE L CEIE I,

E® = 0 — (nk | p&S | nk) + (nk | S(EX ) | nk) (2.77)

TEZoNn%, CORZHOEES ICHEL DL WD, 22T, AUBE=HOZXLF—IZBL T,
kS DFBATERD 5013 1 ROERMZIT) . BROEMZTZIE

EQF — K5 (nk | il | nk) + (nk | S(efe) | nk) (2.78)
LD, 1 RDEFHZITAIE, UTDXHIZkhD,
ERIP = K3 4 7 [~ (nk | 155 | nk) + (nk | S(X3) | nk)] (2.79)

i, Z 3R DIAARTTH D,

2= - (o] 2 [w)]” a0

TH2, (279) R%E GoWy ICX ZMERFZ RV F— L LTI 2 &03% v, #DIAARTIC K 2R
FNF =02 R D 720121, (2.79) RicB VT Z=1 LEBPL b D L (2.79) XD#EE EUTR L, [l
W ZnZNg| Wi BICEHT 5 L

ESOWO(Z # 1) — ESOWO(Z — 1) + Z’ (E( ) Vngsn) (281)
ZZT,
0% (E)
oF _
2 =7 1= Beei® (2.82)
1— 0% (E)
oE E=cKs
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TH2, HOTFLF—DI RN F—KIFIEE (2.76) ROMEEICOAGET 5, REH2 L. E K
1 1/(B-A) OIFRTH Y. E = KS 1251 2B I F OARSR %77,

I%(E)
OE | peoxcs

<0 (2.83)

DI EDRLRBIC, 22OV THEBEDORDIR D O,
Z'<0 (2.84)

EoT, 281) K& D, ZRF—KFEOPRDIEAIL GW TR E DFT TR I 2 KHHAEH O KR
XXTEFLILEDONE, ZNUFEGPP EF ARV GWIRERUCEEDHE Tl %, —RoEAIC
LFABOWE2ET 2, HOMBEIILF—2E21 L &, BDARKFT IR T ORER 279 91,038

Ztrue S 1 (285)

oT, " MOGHIZENTH Z/ 3B ELRD, GWHERUZ ZOWE 22 L TW5 2 L0905,
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2.4 ZFBEEGICEDWXIRIND BRI
2.4.1 GW+BSE &

ZZTi3, fiif D79 HOMO %5 LUMO ~Ogic & 2 A7 b )L (HOMO-LUMO g 2 X7
W)W T, BAREZHCTHIT 5, LEEEEICK T, HOMO-LUMO Jilidiz HOMO %5 &7
2 1O Bre 724212, LUMO IS T2 8 S EE§ #E2 172 7B o = 2L ¥ =R & > THHE
TE 5%, 2L T, GW iz il THERL 72 iR < & ZIURICN L TE T2 1 DEBT 2B It H
Z2VIEMINI NS ZFVX =GR TE S, L L, IR TIEERD PAE 25HET 2 13~ TH
5, COZELIFTOI. 26 1R33N TV5E) THb, PAE OFIHEZIT) 20l2id, ZORICERDES

&g
- N

O e —O— _ _ _

— = O # O = O —_ O — —

O O O O —O— O

O O O O O O
Excited Ground Final state Reference Reference Final state

state state (Anion) state state (Cation)
(Neutral) (Neutral) (Neutral) (Neutral)
PAE: QP4 eNovo eNomo

GW calculation (Neutral state)

B 2.6. FEDIREEIC GW ERIZEH L 725 o X
FADOMIEDN, fHINTH & 17z —H2 GW ERICHETE 28 = 2L X —, 1 D HOE DR
8D LUMO ICEFZ Nz 2 BB0HER FZ 2L ¥ —TH D, 2 DHOEI I EDORIED HOMO 205
T PR CEEOER TRV X—ThH 2, FHUDFERRIT AN F—F vy 77l 12 L, PAE QY
LAEE 3PN

REZFEASEE LRI L 22, ZOBAEGIHET 2 70I1f# { DA Bethe-Salpeter i (BSE)!H
TH2, ZDXIITLT, GoWo ERDHEIC BSE 2 2 &h 6, ZOFHE GW +BSEMLI81R0) Ly
T3, 20 BSE IE K Green B % R 7z 0 D i TH 5, FHBRIZIE, 2 K Green BI% % 2
FrHHBIEI S L & MBI DM 2 K7 FHHBIBIE Ly TUT O L) ickb L, LzRk0 7DDtk 5,

Ga(z1, 7}, 29, 25) = L(xq, 2 x9, %) + Lo(w1, 275 0, 7)) (2.86)

FATTILTRTEN. 27D LX) ICEE 2,

K 2.7. BSE D ¥4 775 LER
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Z?D BSE ZEBICE REBEMEMEICE E LA, TOoXE%R 3,
QA= [(5" - W)+ K] A (2.87)

TIT. QIFPAE, e§W RO GV 13 2 NIRRT L O O GW 3TN & 2R F 2 2 )L ¥ —
Kigh—%N, ZLTARBBEAEXRZ bLTHB, H—FICiE 2 DOHER TRIOHEIERARE D 5T w»
%, PAE ZilH 3 28121k, B —VHEMEAEFERAOAZE 2, Hic, 7ay 7{LINAT5o N HED
AHLD At1%, Tamm-Dancof ¥ril%z T, U TOERCEEE21T I,

KBSE = o for 4 fold (2.88)

22T KB RO KR 32 N SHH R EEHICR S T 2 b O TH D,

z@@:f§:/mmwym%@m4mﬁ@ﬂm@mq
l

3 : : 2.89

2w [0 —eGW] [0 — <GV (2.89)

Kt = / drdpt P20 (r)ou(r)g, (1) (2.90)
|r — 7’|

EREND, TITH, ZANX—ARKFEDMENH TS 20T, FIEZ L2 7201213 H QMR I <
MEBHTC 2, (2.87) Az GBRICE TR, Bdofkic GW ERLE BSE 12 & > T—Hi T Green B

_O_ _—— —4__> + —_» _|_ o« o e _|_ —_» _|_ e e — = _|_ .« o
— O —O= —O= —O= O
o > O O O 0=
Excited Ground _/
state state
PAS Linear combination @:hole O:electron ,}'\M/L:electron-hole interaction

B 2.8. GW + BSE 2 & 2 HOMO-LUMO i D E 0K
JHELIREE X 1 D DIREZ VT TIE R, EEOHEHE» SE T2 RE., LEOIEHEHIEICE T2
iz, 20 DE - F—VEHAER 2% 2 IREBOBEEE L LTREINS,

BRI T Green BHED 2 D% M E RS, D0, itBHOBEZM LW 5 7-0I120%,
Wi/ D Green BEUC D W T ZNZIUIEICEHEOEEZ W LI 2088 H 5, £/, K. 2.8 ITRINT
WARRIC, EEOWBBMOBIEREG E L TRINE L0, EREDNFEDRE b —RDOBGEICE
THEETH 5,
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2.4.2 GW method without BSE i (GW method without BSE)

EZISETIE
i Tﬂﬂxf:ﬁ%‘@f\ Bt 2L X —FIfF
BE0LolE
£172% HOMO 1Y 2) 1
M2 6EHHE %

=S

177 2

£\ T HOMO-LUMO g 2 X7 b vid HOMO 25 EBF 2D R %, LUMO |

ST 2D FRe 7R

XL T,

CEoTRMETESZ LWIHIDIF EBoEY) TH S, TITHELT
. HOMO » 6 EF 2D R\ 74212, &) —EZ DA 4 >~ DRED LUMO (DRI

WETFZWHE S ERBE IR LY —FR»0 L2, DF D EFOBEBUIRTT
EMTELLVIRTHS, 2O EzMATUL, K. 2.9 DFRIZL T, HOMO 7>
B2 1 OWEIN L3V —%2 20ET 22 LT, =%

F—2RDZEPHRETH L, ZOK, 2ODEFZWEIE LRV F—I13—ED GW LELDFHRT

O — O — — —
—_— —O— —_— —_— O —_—
O O O O O O
O O O O O O
Excited Ground . Reference . Reference
state state 133:111 frtaaf;: state F(}g:lll ,[S'letf state
(Neutral) (Neutral) (Cation) (Cation)
PAE: Q?S‘? E{_;VGI\}[O+1\ / Ei\]Ul\:/LIO

GW calculation (Cationic state)

B 2.9. GW method without BSE D iz [
FOVUIEON, FHINCH & 17— 55 GW BT T E 2 HER T2 2L X —, 1 DHOEDA A v~
DIRFED LUMO + 1 ICEFZ I 2BOMER T 2L X¥—TH ), 2 DHOHDGA 4 v DIRED
LUMO ICE T2 MIMA BOHER T2 2 VX —Th 2, SIREDOZ L X —ICOWTIFAEWICHEL
9 70, AP EOREIC D W TR E L ERRED 2L X =L %2 5,

KB 2 EDTRETHS, TDKHICLT, PAE ZRDZ I EWHHETH S 2 L%, DT oXE MW CHE
95, 7. UNOIEHTIZ HOMO-LUMO 721 ¢4 <, —ROBAE DI D \W» CREHZT I,
PAS OE— 2 Q, &, HEORED v FHOINERE R CRIERED 22 VX — EY RO EY %

i LRGN
Q,=EY - FEY (2.91)

EROoND, 22T, SRREL LT, TEDIREBOERED AR v 2258 2D o7 REO2
I3NFX—% BN 2EAT 5, ZOSKIREE & EIREE K ORERRREOBIFRIEIXR. 2.10 D@D TH .,
ZIRBICE T2 I MA B S s =20 ¥ —

e, =E) —EJ! (2.92a)
=Ej - EY ! (2.92b)

ERIND, TNHIZODWTEDELE D L, Eiﬂ%:IEO)Eﬁ’—l WKL THWIHTBEE LAV, XA L% 5,
e, —co=EN-FEY =0, (2.93)

DLEoRicfilINTnd e, Mgy 1& (2.51b) REMFEDOLDTH D, BaA A4 > DIIFREE v (DT
DUER A Z IR T TG E b I 2 L3 TE S, HlZIX, y=02F D, HEEREDRA 4
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Ev €0

Qopt

Y

B 2.10. kg, HEERELOSHIREDO LRV X =547 7 F 4

Eg

vESIREEL L7 & &1k, HOMO OFE T LUMO M EDOEE OIS X N30 ©— 7 Eh5 15
TED, £/, TDLEICIE g FIP L—T 2, —MITIINEIREIZ HOMO OB S n s L iz
BRS 220D, ZDOBRICIEREA A v ZEREEICT 2 2 LIC k> THIRT 2 2 L3 C& %, DL EDRkICL
ﬁ%E%mwf\mN®ﬁ%®&Tﬂmﬁ%@h6®T\:@%&%GWHMMdmme%E&&ﬁ%
L7, ZOFETIE, KT Green B E Ko 2 BRICA L 36 4 DT BIRFIHED S BRI 115

PAE DM b iEREEDO TSR E L THEEZYHRIIZ v, DT TIE, Z20503MRINL T, BAA v o
REDFHICL > THRONIEMP L ED X H IR L T E RS,

BEOYG., ZRIREBOETHED (2.57) RORICEIT S £ v) SRR LEY TH S, 1AV
DRFETH->TH, ZOSIREOBEB IREIIFEMRKICL TRO2 2 E23TE L, SRREICEVLOESED
WHEIC BT, R IR Z2 OWHEICE T2 MR 7BROEFHEEOZN 2 £ T DT,

ny (r) = n7Hr) + 65 (r)du (1)

occ

ZZ¢ )by + 0L (r)6u (r) (2.94)

EEEDOFRIREBIZOWTETEEZ2B LI ENTES, ZOMIZLFLREOYHELZRDZ Z EBT
X%, HlZIEen L —IconTli,
EY =EY " +e, (2.95)

EHBIENTES, bbAA, TELXF—DFETMEEE R IZOWTDRBT%Z.

OEYN  OENT' o,
oR ~  9R ' oR (2.96)

EkdBZ EITXD, HEREBICEITA254 I A%2mE 52 LDHARETH 5,
_@iﬁﬁfkmﬁwéﬁﬁﬁéwi EETBHTETH Y AL Tw5%0, HOMO OETD
Rz FHE T 2 TH B, ZDEE, PHEORETIIAE Y AR > Twa ko, 2 VIERIRDFHE
b tude s kv, TOFETIERFREDEN TS o, FHEIEEL (. Fa X FHREL
%%, —HT, FA D GW method without BSE DEMEIZEWTIXGA A v DIREZFE TS0, &
B e 20, ACVHIROGE T ER S, 72, BEONRELI2EFZ2REIILENTELLD
R L IR E DB F OO A ZIY T 2 EDEFICEGTH S, HICE I &, ZOFEIGHER -
FNUF =% TEZFETHIUEZ OFEE GW BT LD RV, FEEE, scLGWT I X 255X
LITo T3, FHKEEIZS %25, HFA % Molloer Pleset % JHWTEHR T2 2 L b HHETH 3,
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2.5 GWEtlOSHEEILICEY 18

GoWo ICIFHE T 2V F—DEA, T80 X — Rk, WEIBHK L %  DEBDMELNTE D, FHEL
DIDITFZNZNZWY ) BEBDH 2, 22 E LDDDK. 211 TH 5,

& 15 N—=T 9 ZDELDLR)L =T

0o A »

N r=1 r#1(—RET) r#1(mRET)

"g (B \|IEE) (FRERRITEBRET)

‘é! eigenvalue self-consistent GW

o

| 1mEBGHE)

®

i

D

T oEml(A) B cw s
———

&

B 2.11. B4 % GW i Blo ik

PDlEoERclEk, LI BEHCZ AV X —DZ 32V — KO RO EH IS D, I I
EN—T v 7 ABBOID DB L e D, ROPUMIC AR E OSLE TR I T 5 FECIRIEEIRI S %
HOMERES IS S, o Cilbi T 3 FETId DFT OB Z H\ CESNICHEN = 2L ¥ —%
AMET 5, HARTIEZ AN —KAEOMEZERT 272012, FIZT =1 DFBICE VW TZ R LT —
A2 0 IO L 7 FHE L 1 ZOEBITFEZ FIcl), /0 N—T v 7 ABBZFHE T 5 scGWL 12D
THnTWw 3,

2.5.1 BCHES GW RUZFDEML

E9. GoWo I TIFMER 7/ %2 H O S IS v 2 L IFBRTA R, ZhUcxiL <, HO M
FE IR < FIE H QRS GW (self-consistent GW: scGW) L & FEIEIL S, ZDOFIETHES REHE
KIULTOAE % 2,

HOW (20) [n) = <, |n) (297)

TIT NI =T Y HW (g) 1,
HW (g0) = T + Dexee + 2 (0) (2.98)

TH Do T Doy K DW (g0) BZNFNEE L 2L X — AGEETF VS v, HOZ R X — OB T
THb, eol3AK e, £ L THHEMBICEDSNIRETHID, 29T 5 L OEAICIBFBROER
PERR D 7270\, ZD70. HBERICT 25 1 DDA LT HE O E 12 fif  ERID% <
Wo NS, FEEIBEOWINMEIC (X DFT O ES HF OGRS RE V2 2 L23% v, Wl ERI %%
T Green B G 251H T2 &, MBI P 2 TRt k> TRkd o3,

P = —iGG (2.99)
2D P EHCIZE, R Coulomb MHAMERH W ik,

W=[1-vP] "o (2.100)
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LERIN, HCZALX— S C L WoOBICLk->THHETE S, HEZ 2L X — XC6W 2k %13,
Green B% G %
1

= 2.101
¢ (AJ7H0*E ( 0>

WCEDRDZZENTES, 2TETEIVA 7V EL, HOEEEZMEPIFo N T THRIET, ZoF
BTHER PR 2 H 2 BEH CEEE IS LW T GWe ik D bR FiETH S, LiL,
sCGW IZH LANY FX vy 7R2EBRFHIT 2 L) 2 EDHS T 5 3369

scGW %tz 235> 1 212, flikr 7% B 3 2 /77 CH % Linearized GW(LGW)BY 23 3, =
D F1E Ward-identity] 2§72 32 LD TEZFEFETHZ, HOZAAXF—2LUTOXIICED 1
KEFZTO, HAOZ 2V X —D I 2V XF—RKEFEEEZI) AL,

EG”%5@——EGWXE)+(&I—50)azi&;E)Ez% (2.102)
COACZ AN F — 2RI L, &, 23005 T 2IHZ IS BE§ UL,
HYSW ) = LGW  |n) (2.103)
tHoNnD, 22T, HYSW RO A I,
HYSW (g0) = HY (¢0) — &0 7822‘2@) o (2.104)
A1 32(;2@) o (2.105)
TH %, Al Cholesky 731 & O F=f/AfT5l0 L & LT ZHWTUTO X ) IckE 5,
A=LLt (2.106)
COLICk->T, MR FREZDLTO L) IHDIALZ L TE 2,
H ) = XV a) (2.107)
WIET 2NNV =TV H L,
H =L 'YW (2.108)
&b, £/, TDLE Green bV IAT N, LTOATEI NS,
G=LcL (2.109)
P EDKERE D, SRS R ARADE o 1 s,
H ) = XV a) (2.110)

LGW BHOZ 2L F—D 1 XM %ZRICAND &) BT, GoWo RSB 28 DIAARK T £ ITWw»

2, LHPL, HELATIUEARS 200X LGW TRIEEFEBLEEDIAFN TV L 0IHTHL, D

BB DD I DI, BEDIAABDHER T 2N F—I125.2 2L GoWo L3R4 2, SVHEE
2R, BRI O ZA & B T UL GoWo I L HRRICERL 2 2 L3 TE %,

In) = cli)(c IFER) LR D7DITIE A = cI(LIFHRMTI]) THIUETR Y, 2D L E, 175 A DIEN I

(0| ZCV(B)OB|,_, In) B0 TH B, |n) & XV (E)/OE ORKEARETH S, ko>T, HET

FRRA K D R T 2L X — OWIREEIE

OXSWV(E

OV e, < ) > _ o <
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L, (2.80) REFRIC 2/ Z#EHRL TE LU,

cLGW _ [GW 4 7r((GW _ ) (2.112)

n n n

£, (281) REFkOANF NS,

go = e53W o & L. IemidiH o i (Highest occupied molecular orbital: HOMO) OHERF 1% )L ¥ — (2
DLTHOMEE IR HOE2EZ 5, TOLE, (2112) Rk D, LGV = eido TH D, ZDHA. K
&IE A9 7 (Lowest unoccupied molecular orbital: LUMO) 1 &9 % 5D TH A 9 v, GPP €T )L
228G, GoWo OBE LA ¢ 2/ REICATH S, SN, > Sl o DD D2 & L. LUMO
DR L2V F —FRIC K D AINS K% B, K oT seGW TERIHIE T 28 F ¥ vy 72HIET 5
WRBREIN D, ¥ oy 72T 2505E. eFfio = c0 > efdno PHEIPHTHIUTFREDEGmDIK D 7
D, HEEPEL 5 LB L 0EE, HOMO 28K E L 22—/ TLUMO 3/h&E{Abh, &HicF vy
TRMINT B &I ICET S, HE, HOMO KU LUMO 34y FHEICN LT ) SXETH D, JHFiE
ZHETLIHFETRZDA X VICREARMZ B VELETH 208, A TIHEEHNICHEFICENTL IO
FHIZ M5,
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2.5.2 N—=—TFTyv I ABEHTI ZMZ1-5tE

LGW Tl¥ Ward-identity 27z 3 2 EA3CE DY, & ) —#iH7% Ward-Takahashi-identity®? %7z 3
CLEDTELZFEOFET S, 2D 128 LT, HOMEME GWT (self-consistent GWT': scGWT') i [10):[28]
BhHo, SOFETEH, HAx X —BHU ToRATRI NS,

S = iGWT (2.113)
CTHICBIN BB T BT ORIC L TERS LS,
1)

rgfy+§:5§GGr (2.114)

CORKADPSLWDTOW EMZFHT 2 & GWIELHE GWE HEIZBWTIX/G 20 & LTaBILAD

DTN T %,
P DEANCEDZAT20RBHEZALX =721 Tlaz . B P b 7T ORI L TR 5,

P = —iXGGT (2.115)

I #1 DBAICBWT P I3RS RPA O#ilEZIEB 2725 D L7203, FEBBDFIEICIIMOSLREED 7% <
T2 L3 TES,
DDz tZEEFZ22E, scGWIE DFMEOTIUI TOK. 212 D X H 2k 3, d@E, mHD Green A%

1
T 1=3(r,rw)

,///(::>\\\\ I =1+iGGW
2]iGWF<:> <:>

G

B 2.12. scGWI §H7a—

KD B 7-HiziE, DFT T L 72 Kohn-Sham BiiEiz A%, Z LT, Z® Green B ZHWT, T 3K
O, HIZZDOT ZHOTHMEE P 2Rkd 5, ZDBICEIGER 7 —v VHEMFH W 25HE L7-0b i
Aoz 2L ¥—3 2R 2%, 2L TE7 Green BifZ R0, ACEMELRBNIEONLEFTIOY AL 7L
ZREDIRS,

N—=T 9 7 AR A IGEICEBWTH | MR RO ZITI Z LIETRETH 5, ML N—
T 7 ABBDOHY AR DT &2 4T 9 GHETTE % scLGWE ¥ & W § 5,

scGWI LFBRDGIHR 7 v —% K. 2.13 1R L%, HOZ RV X — DGR OBICITH A 255 T 2858
MENTw3, HOZ AL F—DIZ X —REMIZAN—F v 7 ZBIBZIU) AT H . HARHBIE I e
T2, N—T v 7 ABBEAND ZLICKDFIRICEIHET S 2 LICRZHIZOWTHEELEIT) 2 L1
ARETH 2, L L, N—=7 v 7 AR GW ERIOHBIE X b /hE K, 2o —F v 7 ZBIBER S O
BIALDIFIEI N =T v 7 2B E D NIV LS ARETIEAN—T v 7 A 2L ¥ — k5
LD b i,
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w=wqo

O @
/ \ I=1+iGGW
Y= i@WF@

\
W= {1 - uﬁ} o @ P = —iGar

E 2.13. scLGWT &7 u—

2.6 EBFESEERZE
REFIRAHERE T, BEEIBIEIIIT O X ) 12T ILK (Atomic orbital basis: AOs) & PIHITEILIE
(Plane wave basis: PWs) OfIFEAIC L > TEI NS,

V) =Y e(G)|G) + Y cu(inim)|jnim) (2.116)
G

jnlm

=> o)) (2.117)
A

CITGRKETFXZ Pz, j, n, | mEZNETNKETOFRS, FRTK AEBERR A8 KONk
FRBEIB DA ~F v 7 2% 7, AOs 1 Herman-Skillman!*?! @ a — F % i\ T BRI FEAE % TR 12 3
FEND, 2O PR DAy 2 IT3BWNEA v v a SN TS, Jaud, B ROEH OB EIRI%
ZIEHEICRBLT 2720 TH 5,
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E3E GW method without BSE IC & % Ytk
PIRILF—DEHE

ARFETIE 2 B THN L 72, A DHT7ICHIFE L 72T TH 5 GW method without BSE % il > 7z G
REFNT 2, 9. B{HEONLEEFIETH S GoWy ZHFIRICHEMH L 2BE50 2R L, fekik
TH2 GW + BSE &KL 72, Xz, XD EREELIHETETH S scGWL IC X 2512 ETL, 215
DGR % Bk 2 iALAEEIE & R L 72,

3.1 G W,lc&k?5tE

SEOFHETIZ. GW + BSE TE/NHMESEEG SN, HIBR/NS L0722 WRE L, GW + BSE
DMNIFERTE B2 DD, HBVIEHRAL D TIETHLRNHLIDRZ 2002 R LT, 22T, 5E
RERELTBe, Al BOZFEOK T IO N, . CO. Nag. Liz OVURHD RO T 5 A5 —% 5
AT

3.1.1 FtER%

AL IIAIIZE S M B ICHFZERF 2 17> T 2 55— FHIEHE 7 1 ' 2Cdh 5 TOMBOUY % w7z,
TOMBO 135 i3 (Atomic orbital:AO) S O (Plane wave:PW) ZBEEEI% & LT\ %28, AO (<
BIL TIIBUEME, 2% ) HEETFORRZ T ORKEZHTWw5, 7, 7.27 (69.10) Ry. 11.06 (44.20) Ry.
14.44 (57.76) Ry, 19.65(78.61) Ry, 24.87(99.50) Ry. 2.18 (30.7) Ry. 2.76(38.9) Ry % Be. Al. B.
Ny . CO. Nag. Lis ZNZNDPW (X, ) I L7, BEFI3EOTET 2L, 1dDOR
XlEBe. Al, B, Ny. CO. Nag. Lig ZZHUc>wT, 12A, 18 A, 14A ., 12A . 12A .
18A . 16 A £ L7, MAERMERELICEVESNAMETHY, Ny AA1.11A . CO A3 1.14A | Nag
P33.23A & 3.23A & 5.01A | Lig 252.76A & 2.76A & 3.38A TH 3, A A DIEREE R E LT
GoWo EBIDFHEZ 1T, HOMO DEFD IP LR ARY PV EGE L 72, GPP €T MK 551HH%Z
fiv, Be, Al B, Ny . CO, Nag. Lig ICBILTZh£%, 600, 800, 1400, 5000, 4000, 600,
600 DIEEHAWIEZ V72,
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3.1.2 AAVMERTVIvILDETERER

PAE OFIEREROTNCE T, Baf 4 > DRED SGFHEL 72 IP OFMERRZ T T, Zoffild., HOMO O
BTORTOPAE ORI N 2 EER DD TH S, FIRMSRIE, M2 55 (eV), Rl 2 FEERE
(eV) £ LT, TH. 3.11TR L7, RftZ y=x Ot Th b, FHEME EBREIZBEIC—R L GE. 7
vy bOFMIEREICES, £2TO7B Yy PP EBRISGEWMEICETH S 2 06, BEXC IP 25EHE

16 %}
C&I
~ 14 -
> .
L
By 12
ho) .
& 10 .
< .
. 3o
5 3 L Be
6
Li3.' Al
.
Na,

4 6 8 10 12 14 16
experimental IP (eV)

B 3.1 (N - 1)-B 75 (B4 4V IREE) 55 3L 72 TP (eV) FERIEIZ B SiikD & 0] 142147

TELILEDTPD, ZIFRAT05eV THY, FT 5L 02eV THo7, D FHERMHE & FHHMEL S
oD CO TTFD05eV THDH, REDLis & Nag D 0.4eV TH-o7,

> QPE 25 IP L AEDRETHEINS LIRE L 254, PAE OFEHBELHRBED LD TH 2 L&A
S5, KREL LD TO04 eV DUNTHERME L EHEMEN T 20 TIE v tEIONS, £/, T
TRRIN TRV, FHEORED SR Z T 2 BE THORKOIEE T IP OFHENIEETH 5,
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3.1.3 FIRINART NV

HOMO OFETZ#MEEL 722 LItk W 515 PAE ORMEMERONE 1 =7 1ilST2b0%, IP D

ey & IRRR It 2 5T RUE (e V), ffﬁﬁm%%%ﬁ{ﬁ (eV) ELT, TH. 3.21Tm L7, #EfllZasfEic ovwTid
£31ICEFEDTWS, Be, Al. B, Na . IZBI L Tk HOMO %> 6 LUMO ~D& - D il % § 5
LTWw323, Nag KU Liz IZ22W T, %%T@MJ?%@:%% 1 E— 27 14T 28uEZ . SETU%ED
R X 2R R S IC L CRRE LA 481 19]) Be, CO. Ny 1B L T, singlet DIRFED & singlet D
%%’\O)Efﬁ_ (singlet—singlet Jili#2) SO\ singlet DIRFED> S triplet DIRAEN DI (siglet—triplet JilikR) 12
DWTUR L7, ROERIZK. 3.2 LFERTH %,
HHE D712, GW method without BSE i#E7513C% . GW + BSE 12 X 251 b {To 72, PUsD 71 vy
& GW method without BSE 1 & 2 5MEAER T, AD 7By FE GW + BSE IZ X 23R ERTH 5,

oT [0 This work 8_
8t O GW+BSE H‘ .
7 | 'Q 1
SE 5] .
o]
2 K%)
= 5t -
E O ©
s 4 r - B .
T -
2 - .

2

1 2 3 4 5 6 7 8 9

experimental PA

p—
T

K 3.2. HOMO OETOMEICE 28 1 E—72 (eV) Be, CO, Ny O LEDOHRFD 1 L) 3 xZnZFh
siglet-singlet Jil#2 % O\ singlet—triplet Jii#e% 23, FBRAEIZ S5 kD> & O 5| . [461-[48], [501-[52]
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# 3.1: PERIE EFFEDOH 1 i 5L ¥ — DRFEFER (eV)

GW + BSE GW method without BSE 2l

1Be 1.26 4.80 5.272
3Be 5.20 2.87 2.722
B 4.53 5.24 4.96°
Al 2.94 3.23 3.14°¢
N, 6.44 8.65 9.314
3Ny 8.20 8.10 8.044
ele) 4.82 7.26 8.514
3CO 7.67 6.35 6.324
Lis 0.50 4.12 4.06°
Nag 0.76 1.71 1.83f

ZE 3k [50] 22

ZE Sk [46) %2
¢ ZER [51) 25
dBEGR [47) &S
e ZER [52) =S

ZE Sk 48] &2

GW method without BSE DFFEIZBI L Tld, RNOFHEMRIZABIGEWEICH 52—, GW +
BSE DFFEHEFITRE CGBNHIET 2 BRI H %, EEICEERME L DRI OWTHEEZEET 2 L GW
method without BSE Tl 0.3 eV TH 223, GW + BSE Tld -1.0 eV DNl & e >7c, TDIZ &
5, Bk HPHREL 2 FiklE GW + BSE IR TEHE O 21 Tld e <, FHRMEbmEL w3
ZERToT, FHEEREON, BN L 2Dk CO D singelt-singlet I T 1.3 eV, KED3 Ny
?D singlet-singlet il T 0.7 eV TH - 7z,
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3.1.4 GW method without BSE D EEEDER

9. IP & PAE OREOBIRMICOWTHERT 2, 1P (EFEBRE & LT 0.2 eV OFIFHT—IL .,
PAE 13 EBHE & FH LT 0.3 eV OFPIT—L TV 2, D2 ODFEREEIZ, BFHEBETHE ESZ
%, 2D, QPE 1 LUMO U EDOWLEIC O WT S FABREDORECENTE L) T EWRENL D
LEhs,

—}T, IP DEEIERAKTD 0.5 eV OFEHES > 7223, PAE OEAIIRAT 1.3 eV O/NHli & 225 T
Vw5, Lo L. singlet-singlet 2D PAE K& /NGl L Tw» % —J7C, singlet—triplet JiEIZBI L <
12 0.1 eV INTIEFICR S —HL T3, Lo T, Hiffiic LUMO M EDOWEIC D\ T ORHREEE D E
LEEvtingv, KRELEEOLNZDOH, HERDO AV ICET 2N TH 2, HIERIRE B/
LT3 PAE X, Be, CO. Ny O singlet-singlet i TH 223, 2o DFHE%E GW method without
BSE TfT) L EWE, BA AV ORESDF D, EFAEVR 1 DB RZMOFXHI L s, TOA
E BT 2 IEFRIE DS E 2 B L X ¢ R HR Tld R v LD ILS,

E7:. CO &Ny FELA AT TH B2, CO 13Ny &EHRTOTFONBIEDME 720, FHERSENE L
2EEZoNS,

Al, B, Naz. Liz Z&ENdHhEoRECANET% 1 HME ISR T 7 725 —TH 57D, 2.4.2
MOk H Iz, HTZ HOMO 205 1 DHLD IRV 724 4 v DIRBEICE VT A E Uizl 2 T 3,
FERIZ, N5 D PAE DFEREEIX Be, CO. Ny ICHRTEL, £REHEa A PHEL, 20X %%k
% GW method without BSE BSE L L TWE I LZRE7H, LA L., IP & PAE 235E5({E L 0.1 eV XL
NORET L TWwEDIZAl DATH S, Be. CO, Ny DFMEMEZHEICH EXE25121E, GoWo it
W2 FRIC L 2HELILEE 2 D,

3.2 scLGWTI lc&%EHE

AFHETIE, GoWy DFHEIZE T A DBF L - FENEE L T 5. doublet D A EVIREEZFFORIC
HLTAN=—Fy 7 ZBMT OFEZMZA 2 2 L THICEWEETHETEZ 20 2R L7, ZO&MEDT,
B. Nag. Lis DJETFKRON7 A5 —%itHaRE L GEAL,

3.2.1 FtEEH

ARFE T, scGWT IZ L 251 E scLGWT IC X B3R D 2 2% fT-o 7,
I OFFFICBIL T W D1 RDHETEZMDIAAL TS, HOAZAVX =27 74 v ¥4 T 77 L%
WTELEDDBTOM. 33,42, ZD7 742U F AT 77 LIIBWT, MBIZERD Y Coulomb
MHAER, AR BIERL Coulomb HAEMZRL Tw5, GW EPMOHCZ 2L X — L KT % &,
B 205 2HEDPHIEBMI N ER D,

MRSy F =212l TOMBO ZHwiz, £7:. AO, PW, X,. HfiiET. faR. KO GPP €7 VI
2T lE GW method without BSE DFFE LR LU b DEH Wz, WRET A A4 > OIRAEIFILIIRAE &
L. HOMO OET DA R 7 MV ZFHE L 72,

F 72, scLGWI DEMEICE VT, wy D%, B Tl HOMO O X )L ¥ —[EfH + 3.0 eV, Liz Tl
HOMO & LUMO DX 2 )VFXF—[EHHEOFEME, Nag (Z LUMO O x VX —[EffEE Lz, 206k
HOMO DI )X —[HEE + 3.0 4.5 eV DHPHTwy ZFET 5 2 LITHY T2, B FETICE VT,
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e O oy
O i T

E 3.3. GWL OHCOZ AL F—D 7 7 A4 V2V A 7T T4

B4 A > DIREEIZE VT HOMO LUMO DT RV F—2#2317 eV BEH ), HOMO & LUMO D FEHyfil
ICERET 5 &, HOMO O 2L X —[EGE» 6 KECHNTLEI 2D, TDkI Az L2 LICLk,
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3.2.2 EEHER

F9. scLGWI ZHW72H 1 ©— 7 DFEIC OV T TFOK. 3.4 1R L 7%,

GW + BSE GW Wlthout BSE MCHF or MRDCI LGWT without BSE

B: 2522p-2523s excitation I
Naj: 2Bs-1%A; excitation I
Lis: 2B»-3%A excitation |

1.0

05

0.1 .-

Absolute difference from Exp. (eV)

B 3.4. GW+BSE, #Fi (GW), B, BFIE (scLGWT) D FEERE & D 7% (1)

it DIEE R & DZETH D, FFIEICODVTZENZNB, Nag ., Lizs D=2DH 1 ©— 7 DiltHEFEREZ R L
7o 0.1V BINTO—% 1 DOHZ L L, ®ifi%5[\»7, GW4+BSE, GW method without BSE %, %
fii & BALAEFHROTATOIEZ BN R & LT 5, B EERHROETIIED Fikid, £ HF (Multi
configulation Hartree-Fock: MCHF) ¥55°% £l CI( Multi reference single and double configulation in-
teraction: MRDCI) iETH 5,

FFEZ G272 TOHREREICHARNTHERE L R BT 28 RPBo TV 5%5, B & Lig IV T
0.1eV A EDZEBHTW S, B U FAEHHEICE VLT Lis T0.1eV BLEDZENPHE TV 523, scLGI IZE W
TR TOFRETO0.1eV UNTO—EZ2FEBITETw 2

F1E=7 PN =7 HPEBF TSI N TR WERICOWTHMUTORICE LD, £ 3.2-34
2, 1P KO, EDTNTEP NI NS X > THRESINARENDIEEZ 2 VX —2R L7, & 3.3 KN
. 34 1BVTE, ARICEB TSN E— 7L T o Tu 72Kl L, &5
LDORIZEVTH, A L) 7T SINAE—JEPE1IE—2THD, D GW method without
BSE #Tld 2 DiEREND T 3L ¥ —25R L 7,

40



7 3.2: B: scGWT KO scLGWT DEFREAER (V)

scGWT  scLGWT  E7begita e FhfE
P 7.62 8.20 - 8.298
i = 2oL ¥ —
2522p — 25%3s  4.39 4.92 4.93 4.96
25%2p — 2523p  B.5T 6.09 5.99 6.02
2522p — 25%3d  6.15 6.71 6.76 6.79
25%2p — 25%4s  6.34 6.89 6.78 6.82
a MCHF 12 & % 3l5ifs 5 (53]
b 2B R [46] &2
7% 3.3: Nag : scGWT O scLGWT 12 & 2 §FHH#AEHE (eV)IH
scGWI  scLGWI  MRDCI* Tk
E—7MlE I
IP 3.83 4.12 4.06 3.9740.05"
Jikd T 2L X —
2By, —12A;  0.77 0.80 0.52
2B, — 2°B; 1.14 1.10 -
2B, —22A; 1.34 1.34 1.07
2B, —22B,  1.69 1.67 1.33
2By —12A, 192 1.94 1.77 1.85¢ A
2B, —42A;  1.99 2.12 1.97 2.02¢ B
2B, —3°B;  2.36 2.50 -
2B, —22A, 238 2.56 2.61 2.58° C
2By, —6°By,  2.56 2.60 2.85
2B, —42A, 2,67 2.85 3.09

a ZER [54] 22
b SE R [45] &2
¢ ZER [55]) 2=
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2% 3.4: Liz : scGWT KU scLGWT 12 & 2 FHEREE (eV)H

SR fE

scGWT'  scLGWI'  MRDCI* FullCI(T#lfE)
E—7f J~L

IP 3.92 4.21 4.06 4.15 4.0840.05"
Jile = L ¥ —
2By —12A,  0.34 0.36 0.317 0.216
2By, —1°B;  0.73 0.71 0.787 0.711
2By — 22A, 1.19 1.25 1.206 1.136
2By — 22B, 1.63 1.67 1.430 1.346
2B, — 32A, 1.80 1.89 1.612 1.498 1.81¢ A
2By — 12A,  2.08 2.18 1.975 1.937
’B, — 2°B; 2.32 2.47 2.320 2.245
2By — 3’By  2.43 2.63 2.615 2.407 2.614 C
* ZE R [49) 25
b BB R [44] & SR
¢ ZE W [52) #5H
4 SE R [56] & S|

scLGWT DEtEZfT->7 & 24, TP I L Td, EREDOFHAZOHFHDOH L 0.10 eV MNTE S —F L
7z o, PAS IZOWTH, FERfE & MK TE 2 b DIICBIL Tk, FEBfEE 0.10 eV DINTX C —3 L,
PET 5 E 0.06 eV TBL 7, MEELRLAEELED 035 eV MNTHE XS —-BLTw5, —7
T, scGWT DFMHTIE, EfiE & KEC B R 28560b o7, FICBRFIOVLTIREETHD, IP D
/NG X 0.68 eV &, &L A GoWo EBUC K 2R D L E XD L o T3, FHkICE T AR
& D—FH scLGWI DFFEIZHARTHE L, &K 0.65 eV LN T—EL Tw 5,
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3.2.3 EE

£7. scLGWT DEME ORI & EEREZ KT 2, SHOFETIE PW RIEHAIEOBIZPH LD
0.10 eV 1 ZHEFE KL CHBERIOR T 2 L) Ic ko, 2D, FHFERENFEEE L 0.10 eV OHIPHT
—H L) T e, FERED scGWID DFHELD Bl 6372 0.10 eV MNDEZ 32 2 L8 TE S Z
EZRLTVS,

RIZ scLGWT G & B LYEIRZ KT 2, mADEDY0.35 eV MNT—HT 5 2 L6, AWM
DTELMETHTLILENER D, HODFERELED—H%E AL L, scLGWI 23 L T0.06 eV T
—HT 201, BALAEIE DS AT FullCL(FHIME) %273 0.05 eV T—HL T3 2 LIZHEHT 3
L RMRERBERRAREL SR %, L, S TRAMEEEIREOGRR R CR b HZRE ) 6 BT 2l
FullCI(Fllfl) 2 & o 2> 74T 0.20 eV &, scLGWT OFHFEAE L h b T2, HHiZ, FullCI(F
W) % & D7 LT L T 0.09 eV THEEMEE —ET 5, IN6DI L5, scLGWID DFFFIX,
K e B EET R L RS> 2N LOFIRIEEDSH 5 LEZ 65,

RIT scGWT & scLGWI DFHEDOKBEDEVIZOWTE AL S, FHICKELREVDRH->DIE B H Dt
BThd, 2OHBAITEWTE scLGWE I & D RiRZASEER R 6z, Tofle LT, B EFOBEA
F ¥ DIREETIZ HOMO DD =3 )L ¥ — & LUMO DD T 2L ¥ —DEDIEFICRKE VL EBE 2
505, 2F D, LUMO OWLED T 2 VX —%RKd ZICHDAZ 2L ¥ —I12 HOMO OHiED T %)L ¥ —
ZRATEZLIEFRWEMTIERZWEW) ZETH S,

FHE . B EHTFOBA 4 v OIREED HOMO DED 2L X —, D% ) B 1D 2IP 12-25.15 eV TH 5
DIZX L, BEF DA & v DIRED LUMO DHED T3 )L¥—, DF ) B FHTFDH 1IP 13-8.30 eV &
17 eV BBEDOEND 5, 7. ZOMMIX Lis ° Nag O PAS OFlHICO RN, TNH6DT T AY —
ICEBOVTIE, 7P AP BOE— 7l scGWT & scLGWT CRBREDFEMER > TWDEY, 2
NI BEIZEHOWFIETH 5 7 XL C ADRIEETIE scGWI DEFEFEH scLGWT DFFEAE & b b F2BRfED
SN TV, DLEDZ E XD, H20P L 1P OENPKE LHAP, & L = 2L X —FH% D PAS
ZEMRET 2 BIER T RO RETH 5 L) T EBEZ SN,
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B4R ENFAEANORFBHSREIL

HIFEClE BSE Z #2220 2 L2k b, —BOMIND = 3L X —5 1% FREEL T 2 2 LI L7223,
HER T RO HL ) i DB THEDE - 7, ZOETIR, BICZ RV XF—IREFEEICEH T3 2 EICXD
R R FRE IR 2 2 HIE T, AW HIVIZEIEIC X 2 O X 2L ¥ — kO RTEIC 6
ZENEEH ST B ETH D, 220, HIEICE W TE VT 2L ¥ — O TRIBAL DRI K
EDol EEEF 2T, AMENROWE I HOMO-LUMO ¥ vy 723K E Wb D2 #A R, FEE
WCRHRRR & L2 D%, Nag, Ko, Oz, NaCl, LiCl, Cl, Mgt, Na*t, Lit, Bet. XU Bt OFKIN
5T BAA Y THS,

4.1 EtEF%

R TR AR LIk D, BT A4y, RO TOIP ROVEA Z5HR L 72, GHEICIIARIFZEE
THBEICHFZERFE 2 1T5 TV 3 —FEGE 71 77 4 TH %5 TOMBOMYI %Z M7z, TOMBO 135 1
J& (Atomic orbital: AO) MUV (Plane wave:PW) ZBKBIE E L T\ 223, AO ICBIL TIIBUEME. >
FDHHEBETFORLTOREELZHCTVE, PW(E,) DT AX—A v M4 71, 2.18 (30.71 ) Ry, 2.76
(44.22 ) Ry. 17.23 (135.43) Ry. 8.46 (69.10 ) Ry. 8.73 (92.26 ) Ry. 2.76 (38.9 ) Ry. 7.30 (44.22 ) Ry.
2.18 (30.71 ) Ry. 2.76 (38.86 ) Ry. 19.65 (78.61 ) Ry. KU¥ 11.01 (50.76 ) Ry ZZ#Z#, Nay. Ko.
O3, NaCl, LiCl, Cl, Mg*, Nat, Lit, Bet, KO Bt OFlECH 7, HAE LT 1% i
v, —ADESEZENFN, 18A, 18A, 12A,16A, 18A, 14A, 16A, 18A, 16A . 12
AL K16 A 27z, GPP 7V 1267 242 L, 1500, 650 . 3000, 2000, 3400, 4000, 1200,
600, 600, 400, HMU¥ 1500 DZEHhE % Z N2 VHBIEH OGRS L 72, IR 28I X 2 IR 25
FREEAN FL/RH %2 ) % 72 812 Coulomb spherical cutoff07 Z Va7 728, KF RBfifk 2 HE L7z, 4
DT FOMOREIZ, 308 A, 391 A, 202A ., K236 A, #ZNnZFN, Nay, Ko, NaCl, KO
LiCLICfV 7z, O3 DFSAREIZ. 1.28A . 1.28A | KU 2.18A 227z, LGW DFFEICH > TiE HOMO
DHERIF T F L X — 12D\ T H OIS I 72,

4.2 HREREEFHEFZERDLLE

#4112 GoWy. scGW, scLGW O TOERREZ A7, 3FIHH» S 7THIH F TlE GoW, DitHIC
MEE 3%, 8FIHD S 11 FIHE TOBRoNERTFIRALX—TH S, 77 7 T, % DFTERS
FIFIC R 2 TR > T b, TORIZEWL T, GoWy IKBWT Z=1 & LEEEE GoW(1). Z % 1 Xk
PLOHFHPHANTHIEL 72 b D2 GoWo(Z) LKL T 5. K. 4.1-4.4 TF GoWy KO scLGW THHFL L 72 # 1
EEBRROZEROHEMEEZ IR L Twb, ZNZNOTFIEICB T 2 ERRE L DX, GoW,y TIEFH
T04eV, AT L5 eV, scLGW TIE P T0.3eV, mAT1.2eV Eh>TWw5%, 22 DFIEFRD I B,
16 DEMERERTLGW 13 GoWy & D EERfE & Rv—F 2 W7, % DA TLGW & IP 2/l L .
EA % ARGHl L 7-, ZOf5HEE LT, Fry 72 AK0Hl L7, [P OHNEEZEICE W TE LGW DiHHE
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F 4.1 KS TRLX — (59)) a2 L ¥ — (I5). GW OB 2 V¥ — (89W), KS B = %L
¥—(VES). Z=Z -1, R GWo(Z =1 LK1 Z # 1), scGW, scLGW %\ 7z 11 % v

¥ — ORI &I T 5 FERE 142 401 58] (Nay, Ky, O, Cl, F, Mg™, Nat, Lit, Be®, and BY @
IP %O EA) [eV]

ens DGV OZGY VIS, T ™) efeo(Z) eFW S et

Na;, HOMO -3.25 -6.57 -0.95 -5.43 -0.19 -5.34 -4.94  -4.93 -4.90 -4.901%8
LUMO -1.96 -1.76 -0.77 -4.18 -0.16 -0.32 -0.58 -0.24 -0.42 -0.4309

K, HOMO -2.77 -540 -0.75 -4.81 -024 -4.11 -3.79 =398 -3.97  -4.0660
LUMO -1.94 -1.70 -0.61 -3.85 -0.21  -0.40 -0.72  -047 -0.71 -0.50[61]

0O; HOMO -831 -27.13 2.04 -2042 -0.10 -12.97 -12.50  -13.47 -13.35 -12.73[62]
LUMO -6.30 -15.78 0.68 -20.99 -0.10 -0.41 -1.00 -1.12 -1.76  -2.10[63]

Cl  HOMO -830 -20.43 0.14 -15.31 -0.08 -13.28 -12.87  -13.87 -13.54 -12.9764
LUMO -830 -6.87 -240 -15.31 -0.08 -2.25 -2.75 -1.59  -2.53  -3.61[65]
NaCl HOMO -5.09 -19.61 1.14 -15.07 -0.10 -8.49 814 -930 -9.22 -9.20[6]
LUMO -1.93 -1.36 -0.31 -3.19 -0.01 -0.41 -0.43  -0.87 -0.89 -0.73067]

LiCl HOMO -5.81 -19.52 0.78 -15.06 -0.08  -9.49 -9.18  -10.21 -10.17 -10.01[68]
LUMO -1.53 -0.67 -0.38 -2.15 -0.01  -0.43 044  -0.62 -0.61 -0.59[67

Mgt HOMO -11.97 -10.45 -0.85 -7.71 -0.08 -15.57 -15.28  -15.05 -15.06 -15.04[69]
LUMO -10.37 -1.52 -1.25 -6.00 -0.08 -7.13 2739 -6.88 -7.03 -7.65169

Nat HOMO -36.40 -45.30 0.49 -32.20 -0.02  -49.00 48.76  -48.45 -48.44 -47.29[70
LUMO -6.87 -1.38 -0.15 -3.81 -0.00 -4.59 -4.59 -4.95 -4.96 -5.14[]

Lit  HOMO -59.56 -44.12 0.09 -27.35 -0.00 -76.25 -76.20  -75.96 -75.96 -75.64[7
LUMO -6.47 -0.83 -0.47 -2.21 -0.00 -5.14 -5.14  -5.34  -5.35 -5.39[73

Bet HOMO -14.31 -12.00 -1.07 -8.15 -0.07 -19.23 -18.89  -18.56 -18.58 -18.21[74
LUMO -11.67 -1.06 -1.70 -5.22 -0.06 -9.18 -9.33  -8.39 -858 -9.32(47

Bt  HOMO -19.39 -15.50 -1.43 -10.89 -0.08 -25.44 -24.98  -24.65 -24.67 -25.12[7]
LUMO -13.39 -3.43 -0.94 -9.94 -0.03 -7.83 -8.00  -7.69 -8.19 -8.301
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FERIZ 5RLNIINE D, X~ L%, L2 L., EA OHDEEIZIEFICKEL %o/, ZHUd, EAD
HOED /NS V72D 0. BleV REDAETHORESFHEL TLE) D TH S, K. 45415 1BV TIEHE
Ji#F 0 HOMO & LUMO DFH5E & EBREDOMNEE £ L ol, TN6DF 7 7% R %L, LDA DT *
VX=X 2y 7D GoWo(1) IS DIEDD ., GoWo(Z) THLEE > T3k R 6N, FHKIC, scGW
TEKFE L T B T2 LF =X vy 7B LIC k> T S Tw sk b o s, Cl o LDA Ot
BIZEWTIE HOMO & LUMO 2R L Cw b7, (2.72) Rx F 5 L MBEED L TLE) L H I
Rz22, UL, EBRICEDFHIZERNDOERDH 2 - O FHM L 2wl GWIERIS X 2512479
TENTES, MR HRROBIUIZ L D GWIERIO X vy 7Ol K% & 2 FRELEE L, GoW, &
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4.3 G e8I B2IRILF—KEFEHORE

IS I RINF—KEEDHEIZ O WTHIT L TR, 31 GoWo I OWTIRNT 2179, GoWo
ICBWTE, (2.81) MUCED TN TH 5., FRHICHEZ DS, HIHOHE AT B(ef5) — VES,
DRETH 5,
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ng,n + Zcor,n

5 | I HOMO
[ LUMO

Nay O3 NaCl Mg™ Lit B
Ky Cl LiCl Na™ Bet

B 4.17. (2.81) ROFHEHR
HOE I L TR WES T 703 HOMO, RWigEs o 73 LUMO DFHEFEREZ R T,

M. 417 1R L7277 7 2 Baud, HOMO TIREICH, LUMO TIREICIEE &> Tw b, (2.81) K
O (2.83) Ak b, #YIAARIZELD HOMO TIEHFICIEDHHIE, LUMO TRRHEICEDHIEZRIT 5 2 Lick
%, MOF Iz Tiu, #0ARIEEZ VX — O HOMO % EJ5icsin L, #Ef25E LUMO
ZTHICEH T LKL D, HOMO-LUMO ¥ ¥y 72D 258 03H 5, L 52 %, 2D Lk, GW
PN E W TIHS I AL F — D Z XL X — K% 0 RIEB$ 2 FIETIEZ 2L Y — X vy 7O KFHfl
THMENRH 2 2 L EBKT 5,
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B 4.18. (2.81) ROBE HHOE AT & IXP8 D GoW,y DR RO HL
HEE 7y FEBIET7 4y T4y 7 LbDTH D RECEMBIREUI Z N Z N, a = —0.08, R*=0.87
LIt O Nat ® HOMO DFHREFERIZERIF L T 5.

M. 418 ®7°7 7 TlF, Bl (2.81) ROEIHE K T2 L O, Mo D IARIC X 2R 2L

¥F—OZEN->TWw5s, ZIT, R FI 2L X—DOHMED MG K E 2> 7 Lit £ Nat @ HOMO
DUERF-Z 2N F— 1R Tw3, NSO NF—E, BTNICKE ZBBESED S BT 2D FR<
IRX =TS T 270, HIICHERT 2083 H 57:0Th 5, HEHREIZNZ Wb 0D, o fHi
ELT7ay FEMIETH S EF A5, BB  ATIE GWIELLE DFT 2z BT 5[l = %
WX —DEZRLTED, ZOEPRKRZVIZERDIALDEENRES KD, LWHITENFZ 5, DA
AFALZ AN F =D IRV X —KAEEZ T2V —ICB L T 1 XEBHZT2->oT052bDTHSL, &
IR THEZTHS LB & HEEDHN TV 2 1F EMIENIKRE O GE0IF ERIEINZ V) £
I DIFEANCENTH D EF A5,
HELZDIZ, EOXIBRIIBOTZ AN —KEFEEDPRERECTH 20, LWVIRTHS, M. 4.18 ZHi
iE, HiZHOMO IZE W TE IP OEEREATKE VIZ L, B(eK8) - VES 2R ECR->Tw 2 2 Lh99h 5,
B35 LUMO D EA IZOWTIREIE 7 4 T4 ¥ 7" C& 213 EOMBIEDE DY, IP SR E WHRTIE
IXNFX ARG EETH 5 L5 A 5, PIUHIBBEE 2R >HE T A A TH D, I DLEE
L72BFEICB W UIMHBE = 2L ¥ — I3 TE 2 13 8IS, TRV X—RKEEF TEZ 208137
v,
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4.4 scLGW Ilc BT ERIEDFR

Rz, HERFAHRROBIBLIC X 2505 % HTw <, SIBGIC X 2 BRSO 2L MU T8I/ &
LETIUE, (2.112) RICHESLT GoWo & RIS L CHADIEMTE 2 2 L IZMB0ME Y Tb 5,
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B 4.19. #BLIc X ¥R FL 2L ¥ —D L LE
BWEIN L THROE S S 70 HOMO, AW 7 7 75 LUMO Ot EfERZ RS

S OFHETIZ, HOMO OHER 7T 2L F — 12D W TIFHOHEES IRV TW» A -0, HiEC#mL 7=
£ 912 HOMO ORI T Z 2 F— 3 LI k> TEL L W 2 L3 PSS, L L, K. 4191
5% X912, O3, Cl, NaCl XU LiCLIZ B W THIRAR Z 2BV Tw 5, Ziud, B X 50
BRI OZNMIEMETELVIZEREZS LIV H LI LRZ2R LTS, 6D, BEFDH
b L CEFEZHRL T3, ZNLAMEFH OB MER FIKBIBEOMBLOME TR D &) 2 L
& D, HOMO £ b HERWIEN TIRZEN L 728l S H 2 —77, HOMO D X 5 1AL E L 7l b
TELDOTREVPEEZNSG S, CLPFRFTRICKRELZMBRoN 2D, p#ED 5 2O HEET
HED T2 X—ZVNZ WO OB REN X QRIS D &, ZEL AL ED B
HTREVREEILNS,
itV T LUMO Q¥R - 2L X =122 W T HEZTHA S, HOMO 28\ TIRHER T BRI D D JA A
X BB TE 2w EHZD, LUOMICBWTH Z ) TH A )0, T IRINHESOE 2 HEH L
THEZTHS, BiETHmL 72 X9 ic, (2.112) Mt 2 1E, RTaAOMIEZ 525139 TH %, K. 4.19
ZRZE HEPICETHADHIEZEA TS I ENTD5, LL, GoWy ERDOEA L I3E N 7 ay b
FETHRIBLEEEABVLRICHSIE>TWwE, 29 Lok s, LUMO IZEWTHEBREKOZ{Lo
WEIZIT LD LR TE S,
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K 4.20. # LIC X 28R -2 2 L ¥ — LB 2 L ¥ —DE(L
EWEDOEMOKE S5 75 HOMO. Al LUMO %2R §
HIKED 7 7 7 D3R+ T 2 VX — D2 bE, KD 77 7 B3HBEEOE{bEEZ R T

. 4.20 TIRHBI = 2 V¥ — 02l L HER = 2L ¥ — 2 & i U 7, HHBE O 2L s o3 ek,
FIRLX—DZE LD DEPITNS VI LR THY» S, 72, Nag % Lip ® HOMO % O3 ® LUMO
R EMHBEZ 2L X — LR T T 2V X — DB W T Lo T B I LN b, 2DXkHIHRT L
1Z(2112) KBV TEH I BRVI ETH L, 20D, Dl &b Ins OFHEBRICE W TXIEBIE
BOMDIAARIZBYHTZELVLODTHL I LEDFERA S, LEDKIHIT, scLGW ILEWTIEFHEZ R L ¥ —
DHIIEIZ 2 2IEHE L TOREKRZ T T3 <L EIBEZ D IAA TS E 2RV EETH L LT
A5, Flo, TRNF—KFEEOMEX GoWo. scCGW O FEILIC X vy 7R BIERIRICHENT 272D
BEHELKREHZRLZL TR EBHSLER ST,

4.5 HABRIXILF—0DFHE

SIEFENR L L7 Li, Be, B, Na, Mg D 5 DA 4 %, HINZ R+ V¥ —%2GH TSI LICk-
TLUMO M EO T2 VX —[EHHEDFRICOWTHEwRITHE L % 5, KR TFHEICDE 320 PAE %4l
HL, ITOK. 4.21 TscLGW & GoW,y ZHEE L 72, Be & Mg 22Tl Singlet ~DJit & Triplet D
D 2 203F 2 615D, ShIEERA DFIENRE L T 2 Triplet DO AH Z 72,
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calculated PAE (eV)
B~

0 1 2 3 4 5 6 7
experimental PAE (eV)

B 4.21. GoW, U scLGW 12 & 2 PAE 05 4L 1461, [50], [76]-[78]
ROPUADY scLGW DEFREFER, H\0Ady GoW, DEHEFEHE

scLGW & GoW, D £S5 b FEEii & & —ET 2HHFICR D REZE/NHliIE RS L edpo 7z, KR
TS 27 DIIE 7 4y T4 v 7R AT o TR e R 421CF O, 74y T 4 ¥ 71T gnuplot D
a2 MM L7z, EnbmeBzRis. HRE L X CMIBT 2 2 L3095, GoW,y & scLGW D

F# 4.2: IR D FHERS R DG LR

PR ME (a) YA (b) AMBERE (r)  FEERME & DD [Apag| (eV)

GoWy(Z=1) 1.014 -0.2756 0.9854 0.32
GoWy 1.037 -0.3148 0.9878 0.26
scGW  0.9353  -0.0476 0.9883 0.34

scLGW 1.023 -0.3053 0.9879 0.23

PIGHESL 7 4y T4 v 7 0RO NS EHITIZIZFE L TH 203, DI scLGW OB E T2 f(x) = x
DIFRIEL , FEBEE DEDF /NS v, F, GoWo ILBWVTUE 7 4y T4 ¥ 787 A—=FI1I2IHI3IF
EORZR\W—TF, scGW & scLGW 1213753% 5, GW method without BSE & PAE % /NGl 9 5 fE[A)
WCHBIEREZDE MEEN1Z FEIS>TWS E W) 2 EIZ PAE 2SKE L iUd 7 513 £ 928afE & 315
RPN TS ZEZRT, 2O EPE, MO FIVX =B ZERIN DGR TIEAIE L2 EE 2 1%
HrR 7T LEZ 5,

4.6 scGWI DFHEHEDHFLED

scGW I' OFFEICOWTIRBIEETH D0, £25mXE L TRERT 218> TRy, ZORIG IR
TRIEE 720,
9. GoWy DEEFERICOVTE LD B, scLGW IS LERiEE DD LAKEFVLH DD, SEE A
13 04eVEETHD, HIBRERO—HERLTVEEEZ S, TRIVX—IKFEOREZ PET 2 &L,
HOMO., LUMO ®ZNZFIUIK LTH, EDfEx & D, Hid o FERINZMHEAEF—-TH o7z, ZDf
B, TRV F—KAEOFRIC X D) HOMO O¥eERAS EASH | LUMO DAY 235 2 &£ ¢HOMO-LUMO
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IRLX—F oy THMINT 2 2 LR E Nz, PAE OFFICE W TIE, TRV XF—REEOBFICED
0.1eV FUESGET 228, Zoflic KEREEIRICA Aok,

scLGW DFHEREFUX FERRE & 79 0.3eV FE TR 8L, GoWo LD b RVEIEZR L7z, ZF)L¥—
AEEDRNFIC OV TIE, LUMO 1B L T3 B2 & o FALE b #6720 T 23R T E 7223, HOMO I
BIL CIFENR ERT 25D H o7, fRE LT, GoW, & HERICEILIC X > THOMO-LUMO T %
VX=X vy TDHINT 2 2 EDPHERTE R, 1 JOERIFE TID ANz 2 LI X 2HBEOZ(LZ 7D
DD, ZDZELEIFZ VX —FEEHEOZRICH L TN TH D, BFTDDDHHEELL, oDl
&k, HER T HBRADBIACIC Y 7 o TXIEEIBIE DM D IAARIC X 2B CE L B2 RO I &
PRz, PAE OFHEICBWTIZ, FHENAEELIZ 0.1eV BRET GW, L EBETH -7, 749 T4
V7 LR EROEE IS E OB, scGW DIEFRIE PAE OHtHE2IR & < 72 213 £ /NHilioK & <
%HIERALTED, HEDKE % PAE OFHEICIIEIELIEETH 5 2 LRI Nk,
SHfERZHEE S 2 LIZTE R o703, scLGWL D IP, EA DOFHREAEFIFRE & 1 0.2eV B D 7
ThH Y, FHUFFENRO AR > 72856 scLGW EFBRETH o7z, /T, ARDAICBIL Td 0.3eV 2
NS T2 ENTER, L2L, Z2AX—F vy 72 H2 L scLOW IIXF L CEBRME & O P07 %E
230.1eV 5 o, N—F v 7 ZABIKOFHEIC X D, HOMO X EF L, LUMO IHME T3 22 H 5
N, 2O EFEFED scGW 3N —TF v 7 ABBZFHE T2 2 L TBRFHGiL 7. X vy 72 %ET 5 2
EWTHRY L, ZUBHRTH S, Sl scLGWT DOFFRETR T HOMO-LUMO ¥ vy 72352542 & BHIC
Mtz X9 iR Z R L7 DiE, scLGW TRRIZEHRME & T8 < o T b, WISE/NGHEIL TL £ -
TWETHS, CDOIEDS, scLGW ILEIT 28I LIZ. AKX D BRI =2V —F vy 72 L
TWLL AR AR I NG,
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BHE F&oH

951 BT ETIREAME L EBEER IO W OHILAITE T 2000 5 BT A2 ToR e 2 #fi
L7, ZohT, BIROWERZ BT ORI HED W TIERME D ) 5 —FEE IO W Tt
L. B EEEEICE T 2 LM EERmOMEN T 2 L 72, 208k, S REEERO LS ALECHER 2
FHI L 72,

F 1 O CIRE - HBEIEORPFIEIIREZSTTTIDOFERICT T L I ENTE, ZNZTNFiE%
FoZ L2 L, 1 DHDOFETH 2 EIBIEDZ 5712 K ) Schrodinger 7R 2 fif: < LA EHR
BRI AR 2 2 OHDOFIETH 2 HEDLIIC & D Kohn-Sham 7% g < #E
PLBS%ER (Density functional theory: DFT) I3FHHE 2 2 M3EWH O DFHRKENEVWEELH D B
FERZR L HEEIREAHTH S, 3 OHOFELE L TEHEEEwREZHAN L 720, ZDOHTHERIC Green
B2 v 72 S R BB I SOEE T A X7 P VRUOLETF ART R b, I A X7 )L (Photoabsoption
spectrum: PAS) % Green Bt & L CilE 2 Z L3 ¢E, WIHLAIFR L IEFFITE V. L2 L, JTL4D
FHR A FBEWC R, DFEINFOMERZ ST LT 5 I EBHETH %,

FH2OHITIEING OFIMETFHERZEREL U OMINZEHE T2 Z LD HRETH 5 2 L 2N L, SR8
Bl Green BIBETIZ, GW + BSE Ik & ) FEAEBINOGHEICH 65, ZOFHRTIE GWIEMl &
V) FHETE & Bethe-Salpeter i3 (BSE) DFMRED 2 22 #lABGHE T %, Green BIEIEIZ PAS O
RHREDRETH 203, NS RSB WL TRIRNGHIE$ 2 2 L E SN TE D FHEOEREELD
MELE INTW5, ORI 2 DD R %E FIRISHER IS C DD D, EHERMEE Z->TLE I,

3 DAITIE GW IRz HITHE I 20 I fThb TR BIFEIC O W T L 72, GW ERITIE)
B, HOZ A F —D T 2L X —KA{FE, N—F v 7 ZAB8D 3 > TRt Tw s, 20N, HKH)
BIB ORI DFT O#iF TR L, MM L TEBEML L) 2820355, LirL, BT
J£23 DFT OFET Lt i TE 2o 7 . GHERESINBEBUCIKET 272 & BEb S, —7T,
Bz HOEREICHAL LX) L9280 H 2, LL, ZHCEME IRV 2T T L ¥ —
Xy 7ZEAFHE L TL Fv, BHEO GWIEL L ) EOHRICZ->TLE ), THRILAGWIERIT
I Ward-Takahasi identity &> 9 RRIZE T, I 7 0 RS CIHEFEERGEDR D 2727\ T
bHb, IS 5FE LT, Ward identity Ziili7z 3 FETH 5, MR T HEAZHIAALL 72 GWE
2L (self-consistent iearized GW: scLGW) /3N —7 v 7 AP b GHE T 251 REFE (self-consistent GW T
scGWI) bR TE L L)oo TELD, ZNHDOMEIFF AR L T3,

1 BORBIIIARICEEND 2 DDWEOHN 2B, 1 DHOMZETIX, 1. TEIRED
Witz —RDOGEICH ST 51, 20 "L DOHBEAZMEL 72 TRRINDSGEHHRTE S X )12 5,, &
V) 2 ODHMZERT 2 720 IHT LI R 2 T L 7z, 208k, VNS B0 FRICE T 55
WERIRZER T 2 2 &, ZHIIC scLGW & scGWT Zfllaf b 72 scLGWI DFHH 21T > 72,

2 OHOWIZTIZ 1 DHOWZETHEE L T> 7, MR TP OFHER L L EHE 2 R T ORTEISAL
T2, RN GHEOERKEl, 2HEEL L T%E2iT>7%, ZORTHRIC, THEZ AL X—D
IRNX —ARAFEORRZHE 2T %) L2 HEE L, GW ERIORHINEHE 21T > 72,

2 FETRAGSLOMFICE T 2 HBE & 75 IR Z I L 7eo Bk D3T72IBATE L G RFE S 2 2T
LCw3, mADHEH T, HBEERICBWTIEBEINI LV =7 v 2 HOAFHEE L RALZ I LD TELTE
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% & LT, Hartree-Fock(HF) EBIDEH 2 M/ L 7, ROHEIT, GoWo DRHEICE T & 74 B JRFTHE
JEL (Local density approximmation: LDA) %, DFT DOMEHEMGROEH, HE T ETH % Kohn-Sham
TiIRX DN 2 #E 7 RRIHEAN L 7o,

2.3 HECIFSEEERROME & 2 D EANR@EEE 2y ML THEMN L, 1 DHOMEE L L A RETR)
DHTH K CHIS 1TV 5 Rayleigh-Schrodinger DIEBEGR Z A/ L 7242, HE GPONI NV F =7 v %
NI N =T v E LEZEAICHEYT 5, Mgller-Plesset %2 #1095, 2 DHDBEF TIEATR X DI
TS H 5 Green FBEZ VLK EHEFwHZIND K, 2206605 BATH 2 ¥R 1A%z
ML, ZDERNRIETH 5 GoWo il ZFAN L 720 GoWo iifBlOFMT B W T, #DIAARKT Z
BN HOZ R VX — D I3V X — RO RIR 2 5§ 5 Nz R L 7o,

2.4 FETIERIN D FNEZ N 2, £9, EKIETH S GWHBSE D2 M L7, Kic, 4
WPHFE L 72 FiETH 5 GW method without BSE #:%#i1 L 72, GW method without BSE #Cld, G5
DWNRZWMHEDGE L IZREY, 1Ok A 4 E$2, ToRICx L THERT/RX%Z5HE L. LUMO
& LUMO+n OWUEDHER T 2V ¥ — DA %255 T % 2 £ T, PAS O n ©— 27 1M T 2 N
%)L ¥ — (Photoabsorption energy: PAE) #1$2 Z £ CT& %, ZFEIFETFZ T 1 25K v ) Kk
by RHCAREFZ 1 OEF ISR O X ) BRICHT 2R ZHBRICL T 5,

2.5 HTIE GoWo il Z B A FEIC O LT LD, F7, HOMEE RO EE L S SR
RO 2T > B2 A L. 20, N—T v 7 AT 2MA 7GR MHERZ 80 L7, ¥ERT
TR DOMIBAIC X 2R 2 2 V¥ — D2 biEZ2 " T %, #0IARIC X 2B O Z(L LT Z
20ZERUN ERGE L 72 ETEI L 72,

2 HORBETIE, AWZETHH L 725HH 2 — FTdH %5 TOMBO 12 THRH S 11T 2 KB D KBk
TH 2 2ERAEREZHEN L7,

3ETIE, 1 DWF%ETH % GW method without BSE % EBICHH L, PAE Z5H5 L 72 f5 0 & B
%M L7, PAE OFIMENRICIE, ST CTHREMER I T, NS o R 2558 E
L7z, £9. A4 VAT > )L (Ionization potential: IP) IFE L CFHETE TV L6, A D
baAd A 28175 GWIERIORIHFIZFRWHECHRETE T/ I L2 R L, R, 1 E—27ITHYT
% PAE DA H % GW method without BSE i & GW + BSE OiFiECHEE L 72, GW + BSE 2B
L CIEARITIIE E ML < 1eV BE QNSRS 7z, — T, WL DFHEFIETII L T 0.43eV
DEERD, KESEET LI LN TEL, HmOHETPHLED . FRCANETZ 122X 9 %%
X BEFRIIR KBTI ) S &R TE R, —47T, D L ZICHBTH % Be i1 CO 771 DilH
WBWTIE, WP ETHELZ L TL £57729, singlet-singlet I D PAE DFHE % K E #/NF
flitLTLEoEtH6NE,

X ERELRGEZ HIEL T, scGWT ® scLGWT I X 2517072, FFIC scLGWT I & 255X
FEE & 0.10 eV N TIEHICRO—F 2R Lz, ZORHRIZ, SRR 2B uyrstE L RS20l Lo
AIERETH B, . scGWI IZ X ZE1MEAEH E scLCWT I X Z2MERE 2 L2 2 L2k D, PAE
DHEXHEAHYE O BEIRIC B\ TR EETH 5 2 L BRI 17,

4FETIE GWIERIDO R E 21T o 1R & Z DEZEZIR LTz, FITIP LB (Electron affinity:
EA), T RV¥—X vy 7% K EIEA (Highest occupied molecular orbital: HOMO) & A% 5 A NE
7 (lowest unoccupied molecular orbital: LUMO) O#ER; - Z 3 )L ¥ =2 53K D 72,

GoWo D 1P, EA DFFRAERIZ scLGW 1T 2 EFBRE L DAZB D LRE VS DD, P %2R
0.4eVETH Y, HAMERC—BERL T3 EFE A5, Hiilh 5D AADHPETHOMO 25 LA
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L. LUMO2ME T 5 %DICTRLX—F vy 7HMINT 5 2 LN TFRIN TR, FEEOFREBED
2975 2 EDRENT, PAE DFIRICEWTIE, TRUX—IKEEOSIFIC L D 0.1eV BRESGET 225,
Z DT K E g BIIRIC R o o 7z,

scLGW @ 1P, EA DFFEREFUZFBRME & 0.3eV FUE TR —3 L. GoWo £ b RWKEEZRL
7z BEERCIFEIEALIC X D LUMO 2K F L HOMO 2% h 6 2\ 2 E D3PI 7228, LUMO REF L7
DD HOMO P LR T 2860 H o7, fHL LT, GoWy L FRICHIELIC X > THOMO-LUMO =
FNX =X vy TN 5 Z EDMERTE 7o, 1 JOERIE THUD A7z & Lz K 2 HBIEHDZ L b i~ 72
Z ez kb, MERTITRADOBIAGIC Y 7 > TXBEI B D D IAAIC X 228 IRE T & Vg2 i
CEDURE T, PAE OFFHEICE T, FHNAZIZ 0.1eV BRET GoWy L RRETH > 703, 74V
T4 V7 L EROMEEICHE DB, scGW DIERRIE PAE OiRHEA K E < 7 5 13 &3/ 23K
E B2 EERLTED, MAHEDKE 7% PAE OFMEICIIEIBLPEZECTH 2 2 LIRS,

SHFERZEE 2 2 LI TERD 7D, scLGWI @ 1P, EA DOFFEAES I FZERE & T4 0.2V FLE D
ZTHY, FAUFENRDO A 7258 scLGW L FARETH -7, —H T, IADZEICE L TZ 0.3eV
BENSLSTEIENTEL, L2L, ZRVF—F vy 7212 & scLGW IR L T HEBRfE & D172
FED30.1eV BHEL ote, N—F v 7 ZABBOFHEIZ L D, HOMO 13 EF L, LUMO I3& T ¥ 3 f#H[f 53
Hoeil, TOIZ EFMEED scGW DB3N—TF v 7 AR ZFHRT 2 2 L CEAFHG L 72 ¥ vy 72887
32 LIS L, MR TH B, SHL scLGWT DEFMHEFEH T HOMO-LUMO X vy 7 235EEk{H2> 5
FICHEN S X 9 iR EZ R L2 DIE, scLGW TBRIZEIRME &+ 2o T 52, Wi/ NGHili LT L
FoWETHL, TDOIENG, scLGW BT 28 KIZ. AKX D BRI Z 2L X —F vy 72
INL TV B AR R S 5,

Db, 202 L, 51 OWRTEH L CEIMEFEORYE L FHEOBE O Z T, Wl oitEIcs
WTH GW + BSE DLEDOREREZR L, N—TF v 7 ABZE &GO AEET ) L B HUEEHE EA%D
ZNU OB CHENRE R L 2R L, L L, sFEXRE LRIINMZRCTH D EERfEHHE
ICHET 2% TH D720, SHOFETH L LFERADPTELDLITTIER Y, Z2D%D, SHRIVFEIARMD
WIS L CFHIEE 5 2 28RS N, Ble L Cid, ARET 2RO TONBINDZET 55,
HWEANE T 2RO &I 2o FIERBMEYE  EEREZIT ) OPWEETH 223, Bx DORFE L - FikIE A%
B2 ORZERLET 2420, IRICHEL C02 LIS, LUMO M EOHER 1 %)L ¥ — 134
F v DINEREANDZLZ R T IRV F—Th ), HEEMZERI LI L%\, 207D, 2o DitHE
TR EEME ST 2 2 LI L Do S, RADTHELRSIEIZNL DI Z 522 2 & HHRETH 3,
Stk HMPINDFIREIZ T Tld e <, FREIREFIEOFBEREEL G 2 FRE L ToEM LRI NS, £
72, %Al singlet-singlet DL T F )L F —I1Z OO TIFPIRZHAL TL £ ) 2 DICH L WilEIck->TL £-
72D3, —7J7C singlet-triplet DFFREFEFRIC DWW TIEFERE & K~ T 2R HTw 5, ZOREDEA
2D ZEDSRBROBELE L D,

RIZ, B2 DU TIEMIALIC L D GWIERIOEREELZ FIREIC T 5 2 LAVRE 7, L, F726Rk%
BYEEZMERENGIRETE R LRBFARVEO, KDL OWHEEZNRIGIELZT) 2 LETH 5, R
I, SENFHIRHIE vy 7DREDREWNRIC LD, WX vy 72VNE0RZR I 2 ik, Frv 7
DREZ Lo EEHOMHBBRZHE 2 2 ENTE L0 TRAVH EHFHEINS, £/, scGW T
(FIEAR I BB BB 2 B RS 120 O TR BB B DA I3 B 2 5553, HF 2 DFT O
D PLEI B % FIFH L 72 3FERS 2 AIIIERE B & L7 & SICB D EBRIC R D E ) e ilNsg 2 L i
BETH 5, SHIEEEIEOME D AARIC X B2 Z{LOEEEICOWTHI U 225, #ViA&%Z{Th-o% ETHD
SRS IR E RO 2 0L 2 D, N b HOERE ISR BRI D IARIC X BT %

99



O AUT OO IGHRERRIETH 5, b L OBREDLAIX, scGW DFIMHEZ1T4 > 7RI D IAARD
BIREHET 22T 20, FEAEBKIEIC B2, N—F v 7 ZABBEID ANERICB TR
XN, scLGW DR % X vy 7HIEOMES EELFETH 5, HH0IE, LHVEXRDN—T v 7 A
BB AN C EICK DS N AWM D & 2 DT, SBROMAREI NS,
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B6E HiEF

HERSCOMEZITHICH D, AT Db T8 ICHIFE T 72 B E N R PR 2B L2 S
TR DR E 58082 £ ZMMAMHBBUE LB L BIFE S, ZOficd, seGW I DFFRICEEL
T, MO HFESRY — A3 = FIZ o T TSICHFEE W2, 2D OB THhH B Yy YV —v AT LR
NAFETHDOHBETH 5N BFFH I ACOELP L BiFE7, £, HADS DI T4 23 R — T
ZLTOEEOEMEIRTI AR, MELRARTHA 7 P4 2% LTuiZu B iag i os A
HIAZRBO L TIMEZEOEKD ZHINCHEH 2L ET, REIC, ARD V=73 =74 v 7ICE
WT, IR HZDORS W e 2 A2 L T/ 2w Hannes Raebiger HEEIZ 2 Ih o, R4
BREAZLEI Ty 2 AMDERDH DN A e 572 T ESHLUIRA X T,
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