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Theoretical Studies of Photoproteins and Non—Heme Iron Enzymes:
A SCRE H Electronic Structures and Reaction Processes

G 2737 38 KO L BRIESR O fE - IRHE & OSB3 % Bam AT 7E)

GRXNEDHEF)

AEwSCIE, EMBFRICB W TEERKEIZH 5 X o EREED /3 T3t A 71 = X X & fRB 5
HZEEBME LT, XX EOIEEFLOETIRE & OSEFEE & 7R IEEERR 12 S T
HLIELOTHY, MEEEES2ELLENOERINTWD, X X7 ERERED /) Tia A 71
= A LOEIL, ALFE T IIERF O SKEBERRBR S  FERR - BIEEASOISHOBLE NG,
BHERHEE > TS, TOHRTHEICIRENEER D 232 v X7 ORECHE MR B IR
BN EEREEZ R T IE~ LBEEE X, SHEEE FIREHRICES MNP LERAI R TH
ol

BB, XX ERSRED N TR A T = RN ERRIAT 5 2 L OE R X ONTEO ERRY
BRI AHAHERLFEINTWARELE., 210 OFZEICB W CERILFEN B2 L CE 72488 LR
RNEFIREODBENLBRRENTEY . KRXXOHMINRE LD LN TN D,

BT, R NVOEMRENEZM S A X7 = U v ORIEREEIC B4 2 Bl e T
NTW5E, KetolB I WNenol MDA FI N7 2D N2 C, B2, DMSOREF., v 7
=T — B X R TORE T XX — & SAC/SAC-CI (Symmetry-Adapted Cluster—
Configuration Interaction)£% TG L72RER. (KR L OAEMR O RN %2 )6
THRMANZHIT D Z LI LTV D, (BFFLICB N TIE, keto OFF L7 = U
SIREDIEIEMN, enol BIDOZ N BITEFEADOFIENBR SN D OITK L, AR TiILvy 7
=7 —BX T EROEET I iR L OFEMAERICL 5T keto HOAF LT T o
VY OB N RN —NEEETT7 L, EHEEORBEDBH SND Z LR LNCIATHD
5o AR, Vo7 2T —BH 78R TlIenol BDOFFI N7 =2 Uidketo IV
INF—IIARLETHDH I ELRENTND, SHIT, AF Iy 72 D C2-C2FEA Dlal
BT 2R T vy L3 X —dhifln o, BEICR-EIN TV TICT(Twisted
Intramolecular—Charge Transfer)ihiEIRAEIZ L A FVEEHNE A D= X LNEBEIN S Z & %2 B
LM LTS,

EoZE T, B THE LN RICIESW TR Z L O AW S OB R 22 RO E HIE 2
BENTWAS, A7 =7 —BIINMEF O ATP DEESITICHWGTEY . EEMEE M ES
L7 DITHENIRODOREN T HL 7 27 —BRERDEFTROLNTEY, RETIE, 4
X7 VBT R RS OBEMAEHEZMIT T 22 LICE0VAF I Ly T 2
UV DORNOICEE 2 FEEH5 257 X JBEEEEL. TNOOT 2 JBENOT 2 JRIC
BT D 2L TR ETRINY T 2T =8I 2a—% 2 FEFHRNICIREZEL TV D,

FEUETIL, Bkt FarF—E gt o oER L OEIREEICRET 2 BT ZE N T
LT 5, DFT(Density Functional Theory)iE4& HWTEESM & 72 D\ ONDET IVESIRK DA E
DR SRR, BRgdke Fo A — B oiErEh IIASENL OIEA B Fe(ID $5ATH S Z &
D LNZENTWS, 72, Fe ITEUZLTWS oD C0 BN FOMfEiEE A5 L, 5
i & DT T~ FE R, FeGP #lifEEI1Z T VA Y RUBICHhH D Z L. EBRIUICFEE S TD
RO TN IR THD Z ENHLMNI SN TWAD,

EHETI, S AT a— A VA X7 —PB OBBEEMALISIC BT 5 BRI 0 M T
LT 5, DFT #£& CASPT2 (Complete—Active—Space 2nd-order Perturbation Theory) % AW
TR TOIN IR, BRES 381D b & EEINT D Z ENH LN & ., TREEE




K 4 R

(LHERE | %2 T B ENIR RSN TS, CASPT2 IEIZ L 3B RN D . ZOKISIZHBN
TEHRAALIIEmAE U ERAIDREZHEEFL TR0, 7 2 b— 581D FL~DEMMB
I EE TN E WS BLRROERDRE SN TS, ZORIZONT, S HIZFEM
TeRRE DT ORGSR, B IIEE T EMEERT 2 Z S IC Lo TEE S 1O « *HlE
DEZFNX =LY% T, BT a—nb0ETBHEHET IREEZR-LTNnDZ L
DS NZENT WD, E7-. DFT & CASPT2 ¥E & D HEAM T /-f5 8. DET i TlIyE M
[FREEECRL = R F—IZB L CIIERAER &P JE L WRERE 5 250, A U REEM O
KT XX —ZEL AL A2 ENTET, NICHEERNEFREBOZEELZFE L < #H
UNEEAI T A FE AR AT WA, il . CASPT2 1EIZTEMEFERE 2@ R EH 3+ A M H 5 b
OO, NEFIRRENEEREL U THESN, RODhRRT U Uy Vilixk 525 2 &0V
INTWD, BT, AP UVEAID AR E LCiE, EBRMIZHEGRMIC LB EIZHRED
72uy ni-side—on B DOMBFEIEARNLERLBMERE L THEET L Z ERWMEIN TV D,

FARETIE, STID AT a— L UFx 7P —EoiEtEh g En 801D T a—
DLEER D LMCT W IZ BE 3 B AFZE0M T Ty B, Multi-State—CASPT2 54 VT, & (111)
T a—NIFX BB LA OBEET T VEERDE A ~7 MV BE S
FEA. ERRAY ML RO TEVIEE CHEBLT D Z LIk L, Al B I /RSMEIBIC L
HILDWINAAS IMCT eIz k325 2 & N EGRAICIE ST b, F72, JEREREE T T
ELTEAIND AT al—MREETHIN, T3l — bnbEk(I11) ~OEMBENC L 0 4
T A8 (1D ' ¥ — MRIEEOF GNP KRR 25%FRREFTE L, BERIEICET 28 (111)
BT alb— MREOZHE & IMCT it R/ ¥ —& OMICITEE L HBERENEET S 2 &
ML ENTND, BZEFRTORET 3L —1 L OE TIRIEICE L T LRI TN
ToAER, BRIk IDEIX ) F— MRENSEERETH D Z EBHALNCS N, ¥V
N ROV T EOBRBE O RN EEREOE FIREBICRESEET LI ARSI LTY
%, F12. LMCT hit = k)L ¥ — L BRFE S 1 & ORISIEIZ A T 2 — /v D g #78 D = %)L F— 1
UL EFABE A Z E RS TV D,

FLETIE, R LOMENEE TR BT RICESHNTEED LTS &Y
2, EMBIE O, RS, AR BEEESR OF IRIES KGR O BEERIIIFSTIC F
WTERSEE LR EN R T&E L 20BN, SB%OBENRRRILEA TN,

AL T, BRENELS b AR Z 7 OEE & IE~LEEFE DS A2 B Y H
I B ERE L FEREIZESW T, IS OX LRy BRERED B IR 5N S,
T Lo THELNIREL RMANERREN TV, 2 bR, ERFEEITSFinh
IR E B2 DD E EE BT, XUNRTE I a—F 2 F ORI ECEESE A i LT
a7 EICAEH & SN BIREWI LA E A TS, £, ZIb DX VX7 HKEED
AR 2 RS 5 72 DITIL DFT {EIC X DGO A TIE A+ Th b . ErEE E b7 Eh
FHICLDMPNBERAIRTHD Z ENBREN TS, PLELY, RiHCTHRY Fbh T
WD Bk BV R B L DRI FRIEN X X T EHRE D Sy T A 1 = X b DfiRRAIC
— YLD L ERESESLLOTH D,




K 4 R

GRCHEBEDOEROER)

BN BT < OEMBIROREG 2 S BERER ST THY . ¥ T EEEED S Tt
AN = X LD, AbFE LOWESEO BN G F 2B - AIEE~OISH OB SO EER
FREEL 7> TV 5, ZOHTH, BHEIRESTENEFLOBELCE TIREEICIEL b 534 o)
7 DSRESC, e/ IR DN B 7o Bl 2 BT T IEAN D EEE R O RGOy T A B =X Lk
fiEIA 95 72011, EREEE IREER IS SR MLERAI R TH D, HiEH TREEE
1L BNH 7 B OMRER X OFEA L EESE O SUSIZ OW T ks BE B IR REFlas 12 - < i
BIRFZE A ATV, TN H X7 BRI A EREESE OTEMEF L OGS L O IRIE, BT I 4
R L O AEAER R EAZEHICHREI L. 2D X LR EHESRED ) TR A T = X W Z i L
TW5,

FIH LRI LT, RANNY T = T7—BEERY BT, HEROIFE M ThhTnd, HmZL
DIEFEODEMFRIEIE, BV enol BOAX LT T2 UL DORETHDLEEFELLNTE
Teld, XN T U U ORIERBICOW T EREEE FIREHERR IS KD WIRETM T, b
FRINTBNTUE keto BRID A XN 7 = U U DBAREAOIENDN. enol BIDZ ) HIT Rk
OFRAPBR SN DN, EMREITBNTE, AF v 7o) e XX Y EE OEBEMAELNE
HIZ L > T keto MOAX N7 =2 UORKEENTHEES 7 b L, SHEEOREILHEM S
NAEZEZALNIILTWS, £7-. XN 72 CORNEEREICEE 2 HFHE2T 50
KOMDT I VBEREL, TNOENOT I JBRICERTHZ LICXD ., ERoEF RO 5N
TWAREBDRNZ RTINS T 2T —P I 2a—F 2 FEERUICIEEL TV 5,

FENLBEEEE & LT, BoldgSE SRS Ra sy —Enm0 B o, IEERLoREE
EBEIRIBICEI LT, Ml & 72 20 DD T TSR OREE L IRE) A7 F L& BRI G R
L. EBOBEHRERS LEbESHZ L THESE a4/ —EoiEMEFO 2 BRI FE LTV
Do
EHlT, BAID T a—AIF XA F—POMBRIRENIThILTWS, ZOREEDORESE
TEMEALEOG . 86 (T1D) thls & IR0+ & OFAAEAIC L 0 IEMET O OB IRENEHE R T-0,
INFETERINT I o7, WEBHBOZEENEL H O DICEE LI E FIREBLGRIZHE S
TR T, RO TERRTE LIS ) C#fT 22 &, SkPbid@mA e U8k (1D REE
HERF L, 17 a b — F bk (I1D) ~OEBMBENIEET G Loz & gif.0disks 1 &4
HAEH T2 2 L THRESFO 2 *BUED =RV X — L-UL B LELESE, BT a—nbOER
BEZHEL T OHEEZHS TWAL I e ERPHLNIEINTWD, -, SRAID I Ta—1y
Fx TR L NEOBEREE T AVEHAD LMCT WIIZ DWW T bRET DM Todu, FEEROWI A
N7 MV EERRICRET D L LIS, LMCT it =R L — 23 R E D #E 1IRRE, FRsk /01~
DFME L B2 FABN H D Z R ERH LN SN TW D,

Db, BT DR CE, BNL VBB I OENLEBEDOEIREHAZBLU T, 0D
FERE XS L OV DB FHIBFROFEM A S/ L, EREE R 20 Fmiciil+ s & L bic, #H
(5% 55 B 126k L CHi7= A E RIR VR R 2 5 X b D TH D, AR TH LN ASIRE
L. ZNH DX 7 EOMRERIER SO 57 Tl A 1 = XA L& T 2 ECHREARRIR Th
0. b, BEEFSETHEZANRDRL RV, Ko T, KU+ (L5 OB e
LTfEH 2D LEBH D, -, P2 242 H 2 5 B, XA & ZAUCBEE L 7= 0 EERR
AT TofER, Atk RO,




