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Theoretical study of axial ligand effect on the diradical characters and
third-order nonlinear optical properties of dinuclear transition-metal compounds
(Graduated School of Engineering Science, Osaka University) OTaishi Yamada, Shota
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Proposal of new candidate molecules for singlet fission
based on the tuning of diradical character

(Graduate School of Engineering Science, Osaka University) (OSoichi Ito, Masayoshi Nakano

[F] > 27 vy b7 4 v a L (singlet fission: SF)X, ZEFIEFAERDO —~FTHY ., KEBERON
BEBYFELZBINCH ESELERS D L L TCGIFERERZED TSI, 2], ZHuTECH THEA
RICBWTRE2HLTH Y ZOHA YRR L LT, 6251 ¢ HEREIRE L 225720 T(—
BIEFE ), T OHFEDHAEERAZRT - >Oh+ LI ZHEHEBEF 2Tt —>T>, A&
FFC AT D <X 1960 AERITT 2 R T B Uy TR T OB IE SO O MIE TR S 1, 2009
fF|Z Hanna & [2]3 KIGEMA~DISH O TREMEZ /R L7 2 L IC K W UFEREAICITDIRD L O 12k -
oo 2 DWERTN—TNREDA I =X LIHOWTER - BlFamm) MR EZED TWDH R, BIFED
LA, EOXMEGSFIIMmRD TH7e < SF T Loy T O Bmak HEH O & BIRR 7205 7 DG
WEEOBETH D, SF BB U L RMHFITZRITITHA S NIRRT RN DD, RIKRDSE
e LT, LT O3 F—HEMICET 2 ERENRES N TV D[],
2E(T) - E(S)) ~0or<0 (1), 2E(T) —E(T) <0  (2)

Z 2T, ES)IF—EmEEEME =L — ET)ED ETYIE, &4, —HEOE | F =%
NE—ThHs, X)x—>DO—F\HEFE 206 oD ZEHIAGE 2 AR T 57200 5%M, RQTE
B L7 —EHEBE 0N HME LTI BN X —HENO = FEHFE 712725 2 L2 <05k
hCThd, —MKIZ. ZOFEESFIZB N TUT ET)AE <. 20X SR 2 L B3 FE5:
D FRERD TWHFRERD—>Th D, Fxld, BOAOHRIZLY . FAR(D). @Q2H®ET (b
FHREA DS DIREE) y[B1EMWABENRH D Z L EZIH LT LIZ[4-6], Tabb, AR, Q&
7o RTINS WD HEREED o (> 0) & FEFIT/N IV y (<<y)ZFFOZ L& RH L7, Zhuid,
yo BWEINDZ EICED, EMOAMMRIERTREZSZ &, —FH, y BBD TRNINWZ LI2XD ET
DR FRIMEIEN 5 Z bl s,

— 5. KEFEMA~DISHOBLEN B, () RN TELET~0 12N & KO, (i) SF TAE U=
SHIABI AR E CEMOBEZRENICE T, O AN CEETH D, SO BRI/
STy DREBRKT D2 L TSN D0, R AT -T2, B BEOBRE) ) & 725 E(T)D
Resz, (), Q%L T, TELRTRELSTLILENRD D, wEDOF~x OWIFET, Fit
(i) Z i 7= 37 DIzik, iR O BRZA - OHIEN N 2 T, fm 5 A #LEHOMO)-HAKIE A A #LiE(LUMO)
BOZEESAAOER D BRENZ ENEETHSH Z L2 LN L[],

AL TIE, 2D OFERZIIZ, BA T 3,3 L O HOMO-LUMO ZEf 5545 O — S DR {121 B
LT, &), QKVG). ()& HB7Z SF o raiitd 5, K1 ICARE TR LT D0 1%



R, TNEDHFIIRMEA A - TP HND _oDHBELEEEZ DL LN TE LD, Bkt s
FoZ tnrviREansd, £z, BN FIIr HERICOELSINDLIDT, BFYF A X n=3, 4D _Ff
Famat Lc, £7o, BBRAICEEL 52 2 LBEDOTF G OBENWETRL720, FHEE~DEER
JRFEAOE B RFT Lz, Zh b ZFEOLAHEMIC LV %R Z2ME L. SF oG E21T-
77

(BB F ] o FHEEOREL A spin-flip R A7 B LBIB% (spin-flip TDDFT) TI7V Y, ik
F )L ¥ —% extended general multi-configuration quasi-degenerate perturbation theory (X-GMCQDPT){%|Z &
WEHEMB L, EMoMkOEFEFBEEORHICIE A E 6 R/IESRO K EBE#HIE
BLYP(LC-RBLYP/LC-UBLYP)IR.BA% & MV 7z, A& EMEIL nucleus independent chemical shift (NICS) (1)
2R FHIm L7z, BRERF ORI LA ¥ 55 2 B 0 IR IR Hartree-Fock(PUHF)E A IV 2, J&
JEBIEIT, WG R i iE 6-311G* &, T LSMIITT T 6-31G* & M7z,

[RR] FET V0T OBRBMKT y, L ETINVF—OfRRER LR, TR T%20 7 OMHE
THET D E e, b, aDIEIC, 573 A XTHET D E n=3, 4DIAIZ, yo &y BIITERT S, #i
FHIIFFBE~D N FAOEAENEE 2 51FE HOMO-LUMO O TR AXF—F v v Tey BRKE 8D
TLICRY, FEBRET a RO RTRF v v 7N SL R 2 LICIVEETE 5, —J7, B
K+ EH LR ES). E(Ty). ES)DOWTINE /NS 72 o7z, KR yo DHERIZH LT E(T)RE
B Lz, SF O3V F—lEREETHID &, a-3, a4, b4, ¢4 BV TS5 &
WinoTe, 72120, a-d, b-4 [ZOWTIE, yo BHIAIK & < | E(SOIZHER E(TH)DME T LI E 5728,
—HIERE b BB E R T DBEO TR F— 1 AR KENV[M4-6], —T7. a3 KD e4 (T,
yo MHIEHYNES | ZOZFNF—a APVNS L e blzh, SF & LTEE LWHEEZ R > T 5, &
bz, —HEREFOFEEZMET 2720 DR QI ONTH ZD 2D FIElli L Tnd, =
FHIEE = %L F— & HOMO-LUMO ZEfIAE D 57y om0 enr ES) E(T) ET)

BIfRESE . ZDOMOFERICONTIZY ARG+ 5, a3 032 0.00 72 232 116 237
H H H b-3 0.19 000 7.8 251 140 243
/N XZ N\ /N\ 2

N S N N° ™ -3 015 0.00 82 266 165 2.69

- '

B PSR

N x7 PN *NT [ a-4 0.63 0.03 57 155 030 153

n-2 b-4 053 002 64 217 077 190

1. BTN FDORMEA 4 -2 F Pk Lo dhnpiig
(a-n: X;=X,=CH, b-n: X,;=N, X,=CH, c-n: X;=X,=N)

[ 3]
[1] M. B. Smith and J. Michl, Chem. Rev. 110, 6891 (2010). % 1. 1 TN TOBRBERT v [,
[2] M. C. Hanna and A. J. Nojik, . App. Phys. 100, 074510 ~ HOMO-LUMO /L= ¥ » V], 45—

BIH, —HIREORE =R/ F— [eV]

(2006). [3] K. Yamaguchi, Self~Consistent Field. Theory
and Applications; Carbo, R., Klobukowski, M., Eds.;
Elsevier: Amsterdam, (1990). [4] T. Minami and M. Nakano, J. Phys. Chem. Lett. 3, 145 (2012). [5] T. Minami, S.
Ito and M. Nakano, J. Phys. Chem. Lett. 4,2133 (2013). [6] S. Ito, T. Minami and M. Nakano, J. Phys. Chem. C. 116,
19729 (2012).
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Theoretical investigation of the open-shell nature and the second
hyperpolarizabilities of para/meta-quinodimethane derivatives involving main
group elements
('Graduate School of Engineering Science, Osaka University, “Graduate School of Pure and
Applied Sciences, University of Tsukuba) oKotaro Fukuda', Yuta Hirosaki', Hiroshi Matsui',
Ryohei Kishi', Nozawa Takeshi”, Masaaki Ichinohe?, Akira Sekiguchi’, Masayoshi Nakano'

(] FEREEY: (NLO) BIRIISMBEL KT 5I8% & L TAE L 2000 IEMIZIEICE R
TEHBGT, ZREAFY RERKOKT L7 br= 2A~DEARMFI LTS, Fx
X, BRI & RUTSEER T T, B & NLO #01 & O [ 3R MHBE AR S FAE T
HZ bk, FLUTHRICHMM BRI Z O R T NLOMENRERT D52 (y—y fMHEE. 22
TH BRI F oL D =R NLO ¥t 7R"97) W 52T L[], —EHEBHBME 2 R

DTRVEBENT-NLOWME 72D Z L 2B Lo, B, ErbFEitEicl TR
NHY7VHNVKFy (0<y<1;y=0:522%%. y=1L7E2H) [TV EENICEKTZ &N
TE, DFPAT DR MEESY A X, TR OENIE U TRELSE#HT L, ZDy—y
R ZRET T 2BRICHWE RO —DIC —HEEKREZFHONTX ) U2 & (PQM) Db
%, PQM I¥F / A P& (BAm) &~ B/ A

N (B O oGz i< 2 &n H\C C/H<_>H\01 LC/H
ARETH Y (Fig. 1) . FEMICITEEREICE W C H H @ W
W T HEB 72 BBt 2 R~ gty dH 5, L Figure 1. Resonance structures of PQM
L s, BTt HORR, FHEEETINS R T U NVRERTF L 33, 1IEM®H

DT THDZENbholz, F=. B C-C fEAEZZL &8 PQM £ 7 /L Tl
1) C-C A MBI EVERMRFEDONEICATE T (RAFET) AHB L, —HEBBMER AT
52 &L D)FMBHERMEE R T REWERS C-CREADLARIYPIBREE & 52 &, BNET LG

CEVHBI L[], L EOFERD S NLO WPER B K9 5 HRE 7 BHAE 2 R RV B AL

C-C & ZF52 PQM ITHFHICALETH Y | o3 T Bk T b ORIFE R ALK SR TIT P BA
MEEBST L LIINETH D Z L hbhoT,

— 7. EEMIA T E B O RFBIRE ISR TRENAE CIT Win, @ DR FE-
IREFEE LD LIRS Z LT HEIANH D[2], 77 B, PQM B D —Ek % & & ) il



TCHRTEESHZDHZ LT, PG TRE 2L <7 PQM
FRROEBNHRF SN S, EERIZ, &, PQM KU A X F ) TR H H
¥y (MQM) DR & 7 2 TS BT POM. MQM \X=<:>:X’
BIRBER S, X BRSNS S, =5 Ll Riago " :
PQM % MQM #8088k C-C #E T EATEACE VB SiC ™ hond gy e
BEFOZLBH LR TEEBL £ I TARFETIE. PAM. 2 poriike s G Gy
MQM D EEAR R A % [ O & A AR TR TH 5 Si, Ge TE X ! y
#1272 PQM, MQM FEKIZHE R L. £ O, Bl y LU i o
BB y OMBIEE ORI 2170, MR TR A \© H
BliZoWTHET 5,

[ERHE] RO EK#EL T BHandHLYP JLEI%L % F V72 spin-flip lb‘&eéﬁ%icngdgethane
T 1788 B TR B 2 iU C AT o 7o, — FIEBAARMEIL APUHF A% 3 MOM-like compound (X - Go

MZEDBYTVHNRTyIZ LRI L, Efh (2 #h) ks o
E%EI’JEI% FB R ( y....) 1T UCCSD(T) % AW THFRYS (Finite Field) 1%
TRVEH L, BEREE LTiE, B4 XJRFIC LANLZDZ(d,p)

%@ﬂﬂ@ﬁ% Iz 6-311+G**%ﬁﬁu\7‘:0 Pl EAToOFEIZIX Gaussian 09 2 V7=,

[(#&52R] 5 PQM H{LUA D — BB AR AEIC ié*%L%ttixa“é b B X BIRFED K
D EEMOTHR LR DICON TR C-XFEEAMHE (1a:1.349 A, 2a: 1.823 A,3a:1.917 A)
L, FRRCBUVEOREGARMN (BLA) 2/hE< (1a:0.109 A, 2a: 0.034 A, 3a: 0.023 A) 72
STEBY, THRLLX /A MEEOFGN/NSL, VT VINMEEOTENRREL D L
Whnot, T 95 LT PHREE DL —EHEAZRMEORIEZ R L TEY %B‘? 2a, 3a C
IXH R 72 BRI (2a 1 y = 0.684, 3a: y = 0.747) & Ff D, IRITy.. kg L7c & 2 A IZIFMAED
la (y.... = 24800 a.u.) (ZEb~ H[EAY 72 B 2 FF-D 2a (y.... = 185000 a.u.) | 3a (ym 175000
au) TIFK THEOYLLEEZRL, y — yHBICHE D NLOMMEDH KRB R bz, 2 Ok

RITEIMESG T THD 2a, 3a BVENTZNLOMEIE 2D Z L 2RRT 27200 TR, 7 E
A~ OD 5 JE A BB ST S5 AT & B Bk E e OV NLO Wk 0 4 & FTRELC 95 81 LW VaREHEFR oD
BRI 2 LW S D, MQM BEEURIZEE S 265 R L OVEM B E) 2 5 O 72 K0 35 7 fil
XY BET 5,

Table: External C-X bond length (R), y and ¥y.... for singlet ground state of each PQM derivative

Figure 2. Model structures

X RIA] BLA [A] y[-] Ve [a0]
C (1a) 1.349 0.109 0.143 24800
Si (2a) 1.823 0.034 0.684 185000
Ge (3a) 1.917 0.023 0.747 175000
[£%& XXi#K]

[1] M. Nakano et al., J. Phys. Chem. A 109, 885 (2005); Phys. Rev. Lett. 99, 033001 (2007); J. Chem.
Phys. 133, 154302 (2010); J. Chem. Phys. 138, 244306 (2013).

[2] F. Breher, Coord. Chem. Rev. 251, 1007 (2007).

[3] T. Nozawa, A. Sekiguchi et al., J. Am. Chem. Soc. 133, 5773 (2011).



1E14
BB ARS AT I AOMENY T N-T s ) A~ SRR
Ze AN fifEE © ALy ROV EE TR ~ DR AFE
CGRAbKEEE) OA M. KBlERR. e

A method to calculate the dynamics of quantum dissipative systems
with a stochastic Liouville-von Neumann equation:
Dependence of the dynamics on the shape of its spectral density
(Tohoku Univ.) oHajime Imai, Yukiyoshi Ohtsuki, Hirohiko Kono

[FIKE2RICEBNWT, ZORRFHEH 550 ZOREICHTTEZDZ LT, BRENORES
ZFTZEIE S D ROEBBIRICOWVWTEZD I ENTE D, ZOL XKD HANET Bk
FEMETAL, BT, BB, A, EER EOSBORBIZBWTHEIT S Z L
DTERVNEETEERMELEA TS, 20X REFBEROIIETIIR LREDRB OB
MM AAER %2 RV BHERE CRUIR T2 2 L ICHEAR /2N TR Y, SESERALPUCESE
LR B RISV ERIE AR A S LTV 5,

B ZIEHERI Y T E-T v o ) A~ HFRRICESN T, B BERRICER T 2 BRE DR
EHEFRBETRINTAO /A XL LTERMET L2 N TE (], ZOFEITRETZ KT HEE
WEEEETe NI F =T ACESKHERNY v e FREKRNCHUGRTELZ £ T 5 — 2D ERE
BAMZ I, BEEohEHE 2R o TRY, AIROBEE CORMIERELZETZLENT
ERAR

Bl 2R D/ NIV h =7 > % Caldeira-Leggett €7 /L CTH T :

H=H5+HR+H1, (1)
p2
Hg = ot V(Q), (2a)
PZ  M,wiQ%
Hp= ) == 2
R 2§<2Ma+ 2 ’ (2b)
a
22
Caq
H = _Z (CaQaq - ZMaa),?()' (ZC)

a

ZIZT, qpmV(QITRDOMERE, EHEhE, HE, "7 Uy b Z | Qq Py My, wo \TFFHRE) 1D
HLEY TRINTBEEDOET— FaD R, E#E, HE, FAREEZ, £72. IR EBEDOE—F
aDF > 7 TREEENENRT,

ZDLE | ROMKIEETTYps(q, q'; ) S LLT ORI 4 5 Lo 5 R H AU L - TEHAET
xpHZ EREnsl:

K
1
ps(®) = Jim EkZlﬁs:{(t), 3

d
ihaﬁszc(t) = [Hg, psic ()] + g [q%, sk ()] = & (D[ q, Psie (O] = vie () {q, P (D)}, (4)



22T GO v OIFRNEREED B2 T DEH 2 RIHERBROLEROF 7L THY |

1 - .
(o) = [ de £ = emy(e, F© =5 [ do [T@e, ()

v (t) = fdt'g(t —t{n, () +in (t)}, gt) = Ref dw L,((w) et (5b)

LB D, 127 L), n(t) (k =12, .., K)ix 2K BHOMSIAR Qo 2 ) £ ZTHY | Mk
L"(w), ["()IFREEREDORE— DT v 7Y o TIREDOERE FTe A N VE LRI
T ct
Kw)=izzﬂhwaamr—wa, ©)

IR L TEE D, WENBEOBEI DO BN Th 5, BENHDEEDE— Rar b
ehHEE, AT MVEE] (o) TR TR IND,

USR]z oFEOBERAF & LT OEHRIZBE W OB PRI DA~ R X —ERET 2% H % b
DLEVPN TS FMO % v ™7 BB RO OGRFE ORI =% /L X —B il Rz 2 ﬁ:ﬁéf%T
MELTEREBE 2D, FMO & o /37 EEERD AR S VEEITFBRANICR D 51T 2233,
PERDFIE = RN X =B X A T I 7 ADOMIEITBW T, f#HTHIIZH STV Drude-Lorentz
MEREL TV (Fig. 1), Fx OFEITAN7 MUVEERME L UEEORBBIRIZ WS Z &
23 CX, & <IZ Drude-Lorentz B A7 NVEFEOSE | bk = RV —23740 OIFRIF R O FH A
FERIIE B &~ A X — RO R 2/ Lz, F/o, SEIE AT MUVEEREIC
*T o0 MORMBEREZFE L (Fig. 2). TORIREFHEDT 237 A —F ~ORMEHI IR EKAAE
Z R LTz,

T T T T T T T . 1 1.0 T g T T T T T T
= =Drude-Lorentz type = =Drude-Lorentz type
=250 Lorentz type 1 B PR Lorentz type
wglz ol —f‘:xperimental _ /-Sj 0.8 3 experimental
8 i &
;‘] 5t " - § 0.6
Z10 =
3 S04}
TS5 =
2 :
% 0 7" . 0.2 P St S T T
0 100 200 300 400 500 0 200 400 600 800 1000
frequency [em’'] time [fs]
Fig. 1. A7 bV RO Fig. 2. Jhid 75347 O BRI ZE L o

Ay N VE BB A
[1] J. T. Stockburger, Chem. Phys. 296, 159 (2004).

[2] R. Kubo, J. Math. Phys. 4, 174 (1963).

[3] M. Wendling, et al., J. Phys. Chem. B 104, 5825 (2000).

[4] A. Ishizaki & G. R. Fleming, J. Chem. Phys. 130, 234111 (2009).
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Analysis of the Pederson-Khanna DFT method for the calculations of the spin-orbit
term of zero-field splitting tensors
(* Osaka City University, > Osaka University) OKenji Sugisaki,' Kazuo Toyota,* Kazunobu Sato,* Daisuke

Shiomi,* Masahiro Kitagawa? and Takeji Takui*

(F] =HHEU EORE UL EHELZFF O - ROE AL U EE RSO T W & Ch 550 7
HT I N(D TV NW)DOE—FEREHR AT H ST s, FEFExEmAY Schrodinger 2= 5 H
R HEEFHTIT, AL LA WD 7o V)AL L HEIE(DC T/ V)R E NAEE)
—RBIOROELLTHND, Fx 12, D° TV O EREFEFELLT, AT YR
CASSCF/MRMP2 {EZREL | ffk & I RICE AL TE[1], AFIEICKY AEEAE 5 F O
D% FU VLD ERFENAIREL RS T2 N Y TREA72E | KERD TR D DX TU VL EHIC
CASSCF {£E72 X O & Bl E iR L0 DFT IO G 0FHEBEOB A DE L CWDHEB ZHND,

DFT #1245 D3 5/ L EHELEIE. Pederson-Khanna (PK)#:[2]. quasi-restricted orbital (QRO)IE[3].
coupled perturb (CP)IL[4]D 3 FIENFNDILTNADAS, ZO2 B b BB HV b, EBEE LWV —E%
TRIMEEANDHDIE PK IETHD, LAl PKIEDEFEE ab initio & K& RS DX Ty i b2

4 F Fb e ONRE S TUND[5], FDFIEICHOUVT, DFT 1 TIEAE Y KEEZ LD R O 50l 23R
FHETHDHEFERL T D SITHDH[6]. BARANCE DLENHE DEE~DFIEA D%° TV
KELFGTD07E | FEMR T XTI T2 o7z, A EF 2 13, BB OB 1 A EIC K S<
WL REIR A BN LA IBATIEZ IR R L, D° TV LEEIC RIS PK IEOIEE NSO\ THEHRT5,

[Pederson-Khanna %] PK E0figiE, UL FOETH D,

o 1 & R L1y (P[0 |Pus )220 |25 )
482 T Eaw — Ein 4S? Y Cap ~€ip
1 w2 lew (ol o) 1 g (0l )(0u o) )
4S8* 4 €ap ~ €ia 48% G €aa ~ €ip ()

ZIZTC hFZAEVHENIVR=T U DZERIER ) | o 1350 A, e [ TLE= R LF—Th b, (1)=ikY
FHL7- D%°E(D = Dzz — (Dxx + Dyw)/2)iZ. S, Se, 728 TIRHEBRE O AT Lt/ NGFAT 97573, van
Wiillen (%, EF ALY DRETFHAEEL, S & S, WAHLIRNZ LD, (1)ROFHEORHREIZ 1/S? D
ROVITUSES - 12)% FIVVAZ L THENSNHEHAEL TWB[T], TR ET, PKIEIZLEDP Ty LD
NI, (D)ROFHETER D FE LD ON LR Th-o7, Lo, FlziE SOMO 7528 ~D Fhitt &
EZDHE o — aka > BEVIAE /@a%znﬁ EChHY, DX Fo IR G B CE TS, bbb,

HULZEHIE Y, ol & pHIE TZERH] /oA LBIE = R LF — 2 —E L O UL, SOMO 2>5HZE8lLiE ~D
JihE D% 5135 2T HIH L, ?xéﬂ%@x& VBN EESKINTIE, 2O I RASKITHH LS\ S
Z AR E A5 Tfﬁrﬁ’\ﬁn%ﬂioﬂ%t&)\ BIEDD RENT ERE7 D° oy o ESERHTLS, i
LT, Table 112 S, 43 70 1 %2y FEECIREED D 72 /UAEHTE S (UBOP/ce-pVTZ level, van Willen



DIRRUT-RRE A ) AR, 728, EBEIZ D =236 cm* Th 5,

(FLEX D SBHICED CPEBBFEMEMTE]  £7°. Kohn-Sham 73 F#LIEICIW T, afiliEsp
LA CTRO BRIV ORERAT ZHEXFEL TERL ., LBt OB HHEED 2, 1, 0 OfEEE ., £
e 85 A I (doubly occupied region: DOR), — %1~ 5 4 fE 8 (singly occupied region: SOR).
3 5 fE3k (unoccupied region: UOR)& L (Figure 1), il 21X SOR 7>5 UOR ~DJilikd (&5 \ M #iE k7>
BEEXT D) (DWW TER 3 F1% LD 28 THMT 2179, I H D THAINO AL VR E X
Table 2 (ZFE L7, Table 31213, Table 1 £[FL S, 2010 DX 7oL | #l R 43 BN L DM e
%1, Table 1 TRONES7, BENT ERER DX 72/ ~D % 5L R 5, SOR 735 SOR ~
DN DP° FUo VNI EICHFLSELTNDHIIEN —HEALRTHY, 2T full valence
SOS-CASSCF/def2-TZVPP (2145 EAE R [1]EH —E L TD, X B, Figure 2 (2777, PK 1E23 ab
initio & 5725 D° U VA 5 2 12 %D DO T UENTRe . PK BT 351T DA A B IR B Sk 74k
BILOBEBIEAK TV Chigm T 5.

Table 1. S, 5> FDRERIEIZED DO F o L A O T it 5

D% /cmt D%y /cm? D%%,,/cm?
o— o —30.42796 —29.33822 —20.04893 ] J
T Unoccupie
B—PB —29.16052 —28.10046 —20.39088 - —— | Region (UOR)
oa— B 33.93117 32.86437 47.74227 __—————
B—a 25.14973 24.06664 17.90904 == 5’:9“’_ Of{‘;‘g;"
e egion
Total —0.50758 —0.50767 25.21150 $ I
|
Table 2. L& SIS I DJHEE T AT A/ AL Rl i - )
* o + Doubly Occupied
Allowed excited spin configurations # Region (DOR)
DOR—UOR a—oa, o—p, PBoo B—p £/
SOR — UOR o — o, a—PB , .
spin-a spin-f
DOR — SOR o— B, B—pB
SOR — SOR o— P Figure 1. #iE OfE S B OBEEX

Table 3. S, 45 F DOBLEFEI A BN LD D30 T L B AR 5 5

N N}
D% /cm ™ D%/cm™ D%, /em™ <Nj ; § - EI j:NH\\N:(:
DOR — UOR  0.01057 0.01048 0.00030 3 X-=Br N
SOR — UOR -0.30853 ~0.30853 ~0.01249 ! 4 X=1 o s
DOR—SOR  —0.20962 ~0.20962 ~0.00566
SOR — SOR 0.00000 0.00000 25.22935 Figure 2. B0 LT 5571 5%

[1] K. Sugisaki, et al. in EPR of Free Radicals in Solids I, 2nd Edition, pp. 363-392., and references therein.

[2] M. R. Pederson, S. N. Khanna, Phys. Rev. B 1999, 60, 9566-9572.

[3] F. Neese, J. Am. Chem. Soc. 2006, 128, 10213-10222.
[4] F. Neese, J. Chem. Phys. 2007, 127, 164112.
[5] AZMer - - Vel - A1 - AL 55 16 [l BERm L 5dam s, 3L15 (2013).
[6] S. Ye, et al. Inorg. Chem. 2010, 49, 977-988.

[7] C. van Wiillen, J. Chem. Phys. 2009, 130, 194109.
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Global reaction route mapping and development of its massively parallel control
(Institute for Quantum Chemical Exploration': Graduate School of Science, Tohoku University?)
Koichi OHNO"? Naoki Kishimoto?, Takeaki lwamoto?

[F] A7 vy VEHROIEHF T HEADD)NIE BT D Z &I XK o TE & OILFH R O 2 ER
& - BRIRAE - BT RO & 4 B EIRFE TS GRRM A[1 _ou\fﬁf%ﬂmﬁi%ﬁofﬂa
1 ORI Lz, Z OMICEHRMEOERRIZRIEIC L L, Z2HOERERE 2 Li-~v 1T 2
T e T ) — REBENS RO E 2o T, A, <L F a TEREIC Téﬁfﬁ%ﬁ IR IR
i ROFFH & GRRM ?ﬂg‘%ﬂﬁﬁjﬁﬂfﬂiﬁf‘ﬂﬂﬂ_f ELTH~NLTF ) — NMEORABLIZONTHET 5,

[Aix] & FbFEHEICIE Gaussian 712 2775 4 (g03,g09) A L. ADD |23 H 4 585k
HPRR 2 5L Lfﬁ 9 GRRM 7' 7'Z A(GRRMLL) [2]% IV T, SUSFRIEHE D R PR %
7572, GRRMLL Z Dt DDOWHILIR L 1 >OFE ) — RRNICRESI N TWAD, S5Ic%
B ) — REILFHHEKZ O LT GRRM OWSILER AT 9 IO Dl 7 e 77 5L LT
NeoGRRM #BA%E L[3]. 5D = 7 2 Ff L TSRO S RIER 21T o7, 55 L LT,
KFE, EHR, K, —EBLIRE, ZBLKRE, VT UAbLKE, TEFLY, TUEST, AHX
78 E DAL 0y F A BE R S e PRGR &2 HPDITHY 100 O/ e i@ iE LT,

(4% 5%
ﬁmﬁ%méﬁ%ﬁm\*ﬂ@%ﬁm.%ﬁﬁéﬁﬁﬁ’gmg_jffL~”“
AREMEZ RO T D, IKMET A7 b UGS (HzO+CO—>

H2+CO2) 225\ T, 3 0FLL RIZhH 7z 5 RHIR OBFEIC \

0. FERO 2 >DOEMARZED 3 BPE DSOS 3 0 %h on

TS, 150 TS A48 5 I HAEHEITE - 72 < B AT s 3 mar’
mhole, ZTOFE, GRRM EOGEMIZEY . 150 TS
R D EAHEEAE D R S U= [4),

A AL U ST E D BMERE (EQ %) e 50, W
WRASFFoL 225, AAERERICE D &0 2ITRTE21E. 1 kEHRS TR RSO 5
JEF ISR D ARBIIAR D TR, BIZIE, JRTEK 6 O (k£ #) & 2 B RISHHE ()
HaCO <> HaC2 D FMEARIL 2 FEHD 27278, HC2NO2 D F

EQ1 (Cs

H; + CO,
3.4 kJ mol”’

TS1/D (Cs)
307 3 kJ mol™

PEREIL 217 12725, £/, JRTH 7 @ HCN 250
OEMERIT 2 FEDOHTH A D3, H3C2NO TiE 201 200 ‘s
FH¥H. H2C302 TIE 207 FikEIC 72 0 | [6] UR+2% 150

T, BPEAE (EQ B 11 100 fEbiE 5. B | 8

10 DL EOBEBIL Lm0, BTR120 | e

NPy @ET) T1500 M REAsT T | . dbire L L.
ICAHENTWA DT, [FFETETORMERED " : E;"& e =
55X HETEROMM E & b IS Ik 5

ZEMIRbND, X2 EQ(EMK)#MEREFHOIEEA

HEMERSND TSE L EQ D% AE LD &



BIDRLZEDIC, BBLAEQ MMM >hT | x
TS HLIEIML, TS M=EQ HDOBHRIZH LA, £D 1200 . .
B, LEREE D LRI S CR S AN B DD, | g ———
REMEEQ DM 0 1= ¥ DREDKOSUSEEAE | g
ET 50, —HCHETE RN L by D, e '

412, EQ FIT5d3 % EtFi (K] 2 (hour/core) Hifiz T e

RUTz, EQHAN 20 Riiii DT — Z 1%, FHEMFMA Z D
A — L TIIERTX 5D TEMK L-, 1 4E[E=365X X3 EQ #& TS #D1EE
24=8760 il THDHZ L Z#BE L TZOXRERD & S

EQ %" 100 ##8 % % & . 1 core TOEBEIFREIL, J-4E R

— 45000
~ 1QE,U\J:75)753ZD: }:753‘207%450 g4oooo
5 35000

GRRM 5Tl fiil % > EQ DJHPHD SUSHERERE Z | £ 30000
=2 25000

WATLTIT) LM TE D2, 2HOaTEZFAT | B
EAUE, BERME KIEICERTE 5, L, |
GRRM11 Z i OV CHWAHE, 120/ — R RO

D 3T HOFPN T LoNESIE % Ed B gy, BIE O R R W
PRI O BIE A~ 2 77 2 NeoGRRM & W 2 & |

) KOBE GHIROKOR) ZHACERoaTy B4 EQHCHRRHROHEE
AMAHT 2 2 £23CE B3], NeoGRRM TH, | [ gy |
Main-JOB & L CE ¥ GRRMIL % #5748, [A %E—

NeoGRRM (i 3fi 51l i 1)

RFCFIH & Do / — F(FHER) I, GRRM11 =
% FirstOnly € — K C Sub-JOB & L T A | e |
%, FirstOnly €— R TiX, 1-2® EQ &Y DR o e
L2T720 ), NeoGRRM (Z. Sub-JOB M F %
Main-JOB D#ERICHAET 2 & & &b, #Hz72  E5 NeoGRRM [Z&% GRRM D#BiE 4L
Sub-JOB %, MAIN-JOB @ TOTAL EQ-List H1"C% D J& MR A D EQ % Donel List & L
THROFH L, 220 TUW 5 FHEREIC FirstOnly &— R T#Hi7272 Sub-JOB & L THF AT 5,
[#53%] GRRM OGRS IRRIL, THILHRIES « il 52 5 ATREER & 1 |
D FIEIC R WERRFEE AT 5, Ro0HHEEEQ)S TS DX, 74k & OFHEI I D
TS, RICE > TRIBIZET 2720 TRIN#ETH 5, FHRERFMIZ. BEREQH) L L
(ZHIINT 23 o 503, [F CHIER TS HERREDEWRAZ LD, GRRM O FIALELIC
X v | FEEREN IR S5, GRRM OXFIRLER L, B FHIE 7 2 775 2 NeoGRRM
MWD E T/ —F GHAERE) OEEZEZ TRAIRETH 5,
[1] KEA—, ATHE, RAE, 5 THER S FERS, 78, 2Tpld (2003); K. Ohno, S. Maeda, Chem.Phys.Lett. 384,

GRRM11
(FIRSTONLY)

ZEE

=]

277 (2004); S. Maeda, K. Ohno, J.Phys.Chem.A 109, 5742 (2005); K. Ohno, S. Maeda, J.Phys.Chem.A 110, 8933 (2006).
[2] K¥A—, BEHAA, niHE, #HEER, Hinlbaalins, Wi, 2D1b (2011).
[3] KiErA—, HigfbEatine, U, 1P17 (2012); HiiafbFitime, RN, 1P05 (2013).
[4] KEFA—, HAILEEE 83 BAES, By 2G3-10 (2013); KEF/A—, JFDH, ATHEL, A, (LERsH
iz, {lH, 2P5 (2013).
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Structure prediction of low dimensional carbon materials including
graphene and carbyne
(Faculty of Systems Engineering, Wakayama Univ.!, Graduate School of Systems
Engineering, Wakayama Univ.2, Institute for Quantum Chemical Exploration 3, Graduate
School of Science, Tohoku Univ. 4) OHideo Yamakado!, Yu Sawada2?, Koichi Ohno? 4

[F] EAHEFFRICE > T, B0 MR EER & T 2/MmOMEL ., TOMOMIEERD
B2 FTIZZHHEOTTRTEII, T EORGCEOMMET N, FEF A2 TR R
ENd, L UEEEIET 200 T, BITEEPIER E 725720, i ORMAEZ %G
TE DRI 5 A I IR RN, ST e, Frox LR S I BRI R 2 14 (Scaled
Hypersphere Search method: SHS iH)WA#H L. IREFEFEECA AU fERICOWT, 2BE 5 A
PRI AT CE 2L, IH, —AY7e 3 otk i oxf LT, HRICIAA o7z 2 ot, B X
O 1 RITEETE DARRTEHER S ORI DIER ST D, £EZNLNRED LS 2otk
WA 1520 & Vo 7R BT EIO B OBLE D b & BLRZEO, KRR E Ol & LT,

R DR EREN O D 77 7 =0 WU RFBDOEMKRRY ~—D WV ERZET B
%D, ARl — Wb U7 BER I ERREB A S TR WA Z L2 kD | RFEO L IRTEB L2 K
TREEDIRB ATV, ETKFE D 3 oG THIOR R L bk L=,

[J71E] REBOHE A ) bS5 72 DI R BRIN 72 3T A — % —% % SCC-DFTB ik Tx %
NX—AEDOFHEEAT o T2, /3T A —Z —IZTERH D pbe-3-0 24 L7z, 1 IRochEIEDERRITIR
1 3,4,5 il & 1 HfiL & LIoMRERE 2 T ENATV, £72 2 IRoHEIEORFR 1T 2,3,4 ffl % 1 H{L &
Lo ERRE Z T To72, LT T, SO EiaiiEs EQ SFN, oz xLx
—HEORERTT NG (RLEEHEZ0FRL L) BLESZE YT,

[R5 & B22] 1 Kot Cylchain OFEFRE CTik 3 O E NS S, EQO 13¥)—72—kocsH T, i
D 2 D1 3EEALOD R DI A TEREE T - 72 (M 1), —J7 Cilchain TiTH—72—Roc TlE7ze <,
ST EERE DS S ARG T DA IEDMF H LTV

399999999
Bo ZHU G T 2 RTAMORMAMNRILTE —
RO, Cu TCENBARICR DD TH D &5
BB, @ 09 O
EQ1

VT, 2K TT Colshet TIXZ T 7 = U NI
ELRY, REOKREL—HKLE, £, 20 @@ &SP &9 &=
D EQE LTI, LkIegH 23— ERkE <t FQ2
SHEED A bz, K 1 Cgychain TH LI 1 IRTTHEE



PRAZ o ALK T NI 3
18 D fR SR 7 A1 < FHA
(Cofsheet) Z21T-7= (M 2),
IRFRF T 8 CTHERL S D |
B LT2NANT T 7 <
YD XD ITHEERIZ DN D
WS N ZE Th o7,
LIS DS 2 FEEVMNLIT AL
OMY . VT WTERSORE
BERE T TS Y X 2 Cglsheet DIRZETH=. SERZFRD 2 >0EE (EFIIHE
DRI R OEHA), YT BOKER EQO: H— ; EQLAE—

(EQ0) T, RHILESORRIFBEEZFHOLONT XNV —ICRLEEQNTH D, ZHitnE
TPREEERICIEREIL LEEFIC LT, BT RN LEELR-oTNDHIEEZLND, Fi
BAS I 3R T2 ANTEGEIEL T T 7 2 o 2RI TERWD, TOMENLEMES L THTL
HHDEZZHND, KV TR VX—HIIRLZERME L LT Clsheet & FIFEIC, EHIRAR Y ~— 230
W CHATIZE SHEE 13 b LTz,

Cusheet TIEX 3 D X 9 25N 72 4 ,%if"*- BEEMOS N o
BIER-9 BREENE LN, BRI T 7R 3 Rt b ’ )f
WE TRV T, 4 BB-8 AROBIRIES LoD >T (g
BY., ZOMEITZ8EEOE LIZ48EN, 4BEOE L
W28 BB D XD ITHATICEH > T\ e, ZOMEIT R
REWED T Z 7 74 5 X0 bHMICET R LT —T

D, OB LR TLVARLETCH-T2, I T3H
BR-9 BERMEIE 1T 3R OTHE A O PR I3 & 25 o
AonoTELT, 2 RITHIHEERSR TORHEN 72 i 1S
ThobENZD,

[#53m] SHSTEA W TRBOIRR T GEZER LT, B
G L L CTHRDRTORIZ LT, RELTE WS
LEETHZENRWE SN, £, 6 BRIBEZST T K 3 Cdlsheet DYEFR TR B2 2o

72< . 4 B5R-8 BB KNN3 BER-9 BER &\ o TR 7t DHEYE ()4 BB-8EE (h)3BBIERE
EHRVELFEN DN T,
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[1] K. Ohno, S. Maeda, Chem. Phys. Lett., 348, 277 (2004); S. Maeda, K.Ohno, J. Phys. Chem. A109, 5724
(2005); K. Ohno, S. Maeda, J. Phys. Chem. A110, 8933 (2006).

[2] (P, Bz, sifEEEL, REFA— 20 T BEEtme 2009, 2P133; H. Tokoyama, H. Yamakado,
S. Maeda, and K. Ohno, WATOC2011 (17-22 July 2011, Santiago de Compostela, Spain) PI11-065; Yu Sawada,
Hiroaki Tokoyama, Hideo Yamakado, Satoshi Maeda, and Koichi Ohno, 14" ICQC (25-30 June, 2012, Boulder,
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Quantum electron spin vorticity principle
(Kyoto Univ.) Akitomo TACHIBANA

[F] EFA VAT YLDz Einstein O—fxtHx P ERIZK® [1]. Einstein 73%
RUTe TRZEQ 23 MIRICE < BN Z AL, L0 HIHEFEEIZMZ T, [RZEoR
CABREFAEAM#H b7 2EH T W) ETETFAE ARREZREA L2

e +7M(g)=0 (1)

Quantum electron spin vorticity principle
Antisymmetric electronic stress tensor drives the electron spin through vorticity

Fig. 1. Quantum electron spin vorticity principle.

AERE T, BEAODBENND A Y 90 & F O EE] 2 F %R0 & 15 O TRd,
[EiR] BEIXA T I 7 RATBITHEFE A U REBIEMESFED S & T

g™ (SUGRA)+7*" (SUGRA) =0 ©)
L n, PEAOWMBZTAUL, 80 L2 M
o, =é;(—4h2( ®,0,0,-0,0,®, )—ih((ﬁcbnT)yﬂ(Dd)n)))xc 3)
T4 ZIVIBGIE
D, =4 J‘[ 1y j+(§1i1§9]ﬁ,—1wdég@%0)
2 2
. . . (4)
= —~1—y, PRy
+$Ih(9759)(0 5 5 @y/n)+§h2(¢9y5¢9) 0g,
JERR T — VR BRI
@n(x,e)AZ[exp(iZtAQA(x)ﬂ D, (x,0) (5)
m A nm
I'(x,0) —>exp( |Zt Q" (x j X,6 exp(+|2t Q" (x )) (6)

ﬁ%%m%ﬁﬁﬁ%wff@ REnE, BIHETE T A REENFEESND[3],

[%&%2] Eq. (2)I23\ T Minkowski FFZZ D[R % & 1UiE, BT A B 5§ ORI EITE T A
L AT U Y VN DRGIRR T8 DAL o THEHEND Z L 0VRED ¢

§(Lr)—§awr)=2rxii£fﬁvaa:zf)zdzﬁt' (7)



ZOWE, BT A R rots N EBEAREEI 2T S, rots IXETFOEBEIT ML T5
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1
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P“ =P/ +P,," =| 2 , +=rots+G
c 2
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TMsne)y o
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05 7. =s
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FERIZ LT, MEBh T (RAFRINE 5
ke 0 = s (= =S))_
o,M* =0 - 5EJ+o||v(r><(a—r))_o (12)
j:erS (13)

ﬁ 6_ 0j: MaXWe" DA ]‘ I/X%:///I/\ ’fs :d|V’fS &ig%jj\ I:&j: Lorentz jj’c‘\ébéo
A5 WJ] O OIZ, FihES
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Db & T Dirac BT M A £ 3 EAEOWRLE & = %h%ﬁo&#éo
é%’%%@twc

A“=(0,A,,0,0) (15)
k#:@°00kﬂ (16)
EET D L. H3MAINERT BT OBEBMBE °0 AV UEES . AT rots (X
1. 1 Y, . v
N="—j°=1+ _ _J A (17)
cq 2p°(p°-p,)\c (A)
s=+1a[ 29 01-(N-1) (18)
2 {p°c
0
rots = ilh(o, —k—oﬂdi, Oj (19)
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[1] A. Tachibana, “General relativistic symmetry of electron spin torque,” Journal of Mathematical
Chemistry 50, 669-688 (2012).

[2] A. Tachibana, “Electronic Stress with Spin Vorticity,” In Frontiers in Theoretical Chemistry:
Concepts and Methods, Taylor & Francis / CRC Press, Chap. 12, pp. 235-251 (2013).
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Efficient computation of interaction with photon in simulation based on Rigged QED

(Kyoto Univ.) Masato Senami, Akitomo Tachibana

QED (27 — VAWM & R T2 TIRFE 2181 L 72 Rigged QED[1] 1232\ TR O
MFE e 2~ 55 H = — R QEDynamics[2] DT Z1T> T\ 5, ZHE T, QED |ZIEH)
FHE & H\2 B R O BELIB RSO PUR T-DO T S5 CIHEFICRE RS2 1725 L C
b\Z) 7272 L, F0OREIEH BB 035 & L,Tffﬂ“é}:@ﬂimﬁﬁlf% ZRW

IR BILTWD, Ll 0o FHOE R EZIIHEENRES LT Ltk T
m\ FHEREOFRIZONWTIE, ZHETR—F - L =% —DFHEL NRQED[3] 12
£ %3S ) —EOREE LIF TV 528, ititﬁ&@m<&w_$bfwﬁm

ZOX I 7RI AR E 2 T, Fx TG OEGROPFLA THREREEDE 7 - JL 22z
O b AT AR 7 TRt U CHRPRIFER 2 B0 % 0 G152 — FOBIZIZHLY #1
hf“éoﬁﬁ% TEF LRI 2 2 LT =L LTtk 5 2 & &
5. Z OB Prlmary Rigged QED[4] & PRI TS, B— L Y R FRMEIZH WD
Lagrangian O EEATEZ RICHEY ANHZ LICXVEETE 5,

BT - TR O W 8 R 1T Heisenberg Fi{4 A J-SUNTARK « THIARTE BT O IR ] 58 it
LTk ENs, B - R THEGIXENLEN, U, x ELTUTOE I ITHLDT,
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