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1. B 4. QM/MM i, Divide and Conquer . Elongation 1%, % LT MTA 72 LB~ 72
KISy RN T DR FIEO S B LEME A~ OIS HEHE RIS T 5,
ZORRZ T ERSFOF—HEER & L THIAEE TS ORBHE SN TV DL HIEIC, 7
Z 7 A My EE (FMO) #E0 S 5(1], FMO sHEICE > THDFO MK 2 MEEIIFE A TH
DI, JIRE X Ry B LT Dbk EEO = %L ¥ —1% CIS (Configuration Interaction
Singles), 725 WNZE FHHBI A & 7= CIS(D) (CIS with perturbed doubles) &2 5% THHE & 72
S TW5I[2,8l, AKX, ThDLOMHAEHSTLTFF—NE R IHEELY T 2T —FIC
KT LR EZITV, B EET X —OFHI-Ch LR AE & 72 5 EAL O FEM 22 fif AT & 3 A T
FERIZOVWTHRETD2HDTH D,

2.Duo filE FMO A% — ANZES hfREDE R, 772 (Layer 1) % Hartree-Fock L
AOLTETIEE | WRICHISE 2 D55y & B 0 6 72 DIk MK (Layer 2) (2% L T,
CIS(D)7z & Dbtk aEF H 2 3 2 £ /@58 (Multilayer FMO; MFMO) TfTioi 5 [4], AJ7ik
DT, BAIZINE TITREREN S T ERowN Y7 =T —BIZk L, CIS(D)2»H MP2 4
BAZ K> THE SN D RERER =L X —DE A (extra singles; -s) <°FHESRIE O /5 FH &L
(Partially Renormalized; PR)% £ L 7= PR-CIS(Ds)/6-31G* L )L [5] D il tk BE G R PG & £
A UTo T 217 o TERBRE & O3tz & -7206,7], AL TIX, B EB - RLX—ICKT D%t
HIEDE 2 F5[8,91% 7 Z 77 A v N4y T #E DO SURIC )T U ELEIC AT 5 2 & C, FHRIRERH] O % HE
R H U RTEROET I BEEND T2 D SNDRNIR OB T Y AT b = kv
F—DHEHZRATZ (TR Duo) HEDOK (0iFEFEB=XLX—, C XEEH LT T T A
FERDT): o=ap+ ) (0 —wg))s £l ZHUTHE LT, PR-CISD)DFEBFRAO T F L X —
SREHICH D HEAELE T R L —ZOWT Green BMICZE D RO H TR /LF— D1 A A
MIEZ1T > 7= PR-CIS(D)ss2) (-s5(2); 2nd-order Self-energy Shift, [10]) 2 EDOFELEH L-
(Rl —BEEm 2 W2 HEHRIE 4P100 TR A X —3llH T i), 7B ELEIX, b EFMRE L T
W5 ABINIT-MPX (2% L T{T> TV 5,

3. LFF—ILE2198 ~U57V4nu K7 bR, PDB; 1C3W) X7 #7811 K72 (ppR,
PDB; 1JGJ) OFAMTHL LFF—vid, Vv ike 7 hofbrFF—nvy 7
(Protonated Retinal Schiff base; PRSB) N FFEA L7t DO THY | LB MbENT-r nE T+
714 all-transretinal EFEEILTVWD (K1), FBEFEROEIIn-r*EE THY ., bR & ppR ®
WA R 132 24 568nm & 498nm [ZHHY L Z D7E(TFB L% 70nm Th 5[11,12], i H
TR R EMOEEIIEVAEREMEEZ B o TV AICHBED LT, ZoREY (FTv v
7 R) BEIND LW RIZOWNTERA RETANRRBINTNWDA, 7 hOERNEAKRGIZE
DREDFHFETLFFT— N F R ORI EHIENCEE L TW NI 50N> TH2RYY,
ZZCZOMBEIZHT 2 —2DFET IMEFEE L TOT7 Fe—F & LT, F-HiX FMO A% —L4



IZHEEADW T = L F =12k % Duo MIEGHR ATV, Z L7 H D 8 OFREEN E T2 %
GO RN U THE LT\ D0z dk il U7z, T I L7oHiE L, Gaussian 7’1 7
T AEHAWT QM/MM (2 X 2 ibic LV ER Lz, 28, miE{LFHE L~
B3LYP/6-31G** & Amber 155 CTH 5, ZOFIHIZ L > TH LN HIEE HWT MFMO (255
WZRHR 24T S T2/ bR & ppR & D DOWINAR I = 0O 721 X FRAA & 1 ZT IS & 4172, Duo
T IE Z2 W 7= AT B ORI O W TS HEE LS WA L7,
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1. all- trans-retinal 2. Oxyluciferin

4 BN II5—H HRENNDEWIRIITS FEWEREERNOYFA A=V r 7 TIES AV bR
TV, MORKKIEORKOL, RIEEOHBEO A=A L TH D, Fxld, 73/ BRiEH
IC & o TREX 1T LT 2RI R % T& 2 IERC TS5 %, ERIBFZE & FRIT I B
HEaETL WD, AZ AL LT, EEFRFLTHLIAF LT T2 U 2O TEK 2 TR
LB OF oMl L, BDEEICK LTT Y BRAFET A F—12x LT EDOREICES
TEDERIET 5 L0 9 b0 ThH D, AL T, BEICRITIETI L L CHEHELCTh 55 78
A% MD) I ab—varyNy =Y %1 DuofEFEOE (CIS(D)6-31G)

Amber7 Z o CHEY 7Y o J L-BpAER rmin(A) WorWs (eV) E,,. (eV)
(WT, PDB; 2D1S) & I1288A Z8 A D1 2 Fu > Oxyluciferin 2.30
e e . 2.147 AMP 546 -0.03 227
T Duo fiEEEZ1T-o7- WT OF55E: £ 1), = 9999 ARG 220 0.00 96
72, Oxyluciferin OEEIZOWTIEn-n* BB LT 2610 THR 253 0.00 2.26
e ) o L _ 2.733 GLY 318 -0.01 2.25
REEIZHDOWT CIS/6-31G L~V Tk L7-F 5830 oLY 341 002 297
TR U, BIE, IR & hidikre & o 2.847 GLY 317 -0.01 2.26
o 1 R o e < o 2.867 LEU 344 0.00 2.26
E@?{ﬁ&“%ﬂg CIS gmufﬁm L. FMO \T'Ej% 2.878 WAT -0.01 2.25
WZEHEAIRER 7 T 7 A v MM EA/EH = %L ¥ 2.926 THR 345 0.00 2.25
— (IFIE; Inter-Fragment Interaction Energy) 2.939 PHE 249 —0.02 2.23
. o ) 2.989 ALA 350 -0.01 2.22
LoEME L CilimHH R D RICRHE L Wb &2 A Expt. [13] 2.21

DT, ZHLOMEE L CTY HER LV, Tmin: Oxyluciferin &XF5 7 7 7 A o b OB HEIR -1 1 B
BEE AW SCHRVEE BRI (R RURFE B SRNE) & STBEOR T HEE R Bl B A
4> (37.% SFR; Rikkyo University Special Fund for Research) D4 % 5% 7 i L 7=,
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