2E13
4 Fe, Co, Ni V0 WIZ81F 5 High-spin/Low—spin JREEDEFIEE LW
(R B RBEEL « BEERIT, NECT / = LBF®, BERBI, 7 RN ZY 7 b« BORAER)
OFBHEFR, ARANZEY, BIRERS, | g

[EE]
FeH,” FeCO, CoH,2 CoCN,® NiCNIZEIT 5

B A S IRE Oab Initio) 7B T c@g{:D__

LA ZNB DT YA VO High-spin/Low-spinik _ g (@_a
REDE RS IE, 3do & 4sHLE D 72 5 2 [HDIRAL . w_o
PHA~OTEFOHHOEN & LTRES RO, GED-Q —H- Co  H
ZHE DT T TLow-spintk BE N EE 1T 72 B IR Co H o

KL, BB FHBEIC LD 2 Enmhotz, &
7o, BERER-BAL TG OA M, a0
S (WO EERE, IREVED 728728, B/
THRBEOFEE L CTHFETE D Z L2

X3 o

Fig.1 MR-SDCI NOs of CoH

03[ 126 (45 + 3dg — 6*cn(25200))
Mmool -
02|
[FHE7E] alll
FHE TV 9§ state-averaged CASSCF I
TRD 7= HARBIENO) & F T, ZHELE O 0.0
SDCI+ Davidson correction Q (MR-SDCI+ - i

Q) Tii»7-, FeHY D Fem Kk B %1% .

3 126* (3dg + 4s) ==
Koga-Noro & ® GTO % ., FeCO, CoCN,? 02} 116 (4s — 3dg) =+
NiCN®DFe, Co¥ L UNilZiZRoos ANO% |

9 03b
cm@@CoaH IXSTO% 7z, FeHE g 4n (3dx)
& 2 13 Gy HH
CoHMFFLIZIXALCHEMY 11%, FeCO, & -04F 5o 4y 4t ()
CoCN, NiCN®EH5IZIXZMOLPRO2002 % [ 116(3dg — 4) =H= 12((;?) _H-'H-i-"‘
051 Al
7z, FeH & CoHi ;’FMR-SDCI+Q 2z T,
F 100 (0% cn(252p5) + 4s)
MRCPA(4) @ & % & 17 » 7=,  FeCO, 0.6} H-
CoCN, NiCNTi%, Cowan-Griffind> J51% T I 106 (6* x(2520) + 45)
-0.7
*HXT @IZ\/I/&V“—*ﬁE (Erel) %TTO 7:_0 | 90 (oen(252p6)) -H—
£7-NOO T /L F—[INOIC L HFockkE ol Sifﬁﬁi§+
Matrix D % 6 - TR L7z, r
0oL 80 (ocn(29))
[?ﬁa*%] :H_ :
X3 1°®

U 4= # B) & CHE & S 41 5 High-spin

- Fig.2 CASSCF NOs of CoCN
& Low-spinDEFIRFEDEVY (COHTE %



IZ, 1°0EX3D) 1%, EBLEREFO 3dok L O 4sHE & 70 5 2 O IRKIE ~DE T DR E
DOEFEWE L TRl k5, Z 2 TH X %SFeH, CoH, CoCN, NICNTiX, WL d . Low-spinfREEAS
FEJEEL E CHigh-spiniRiE L U =1L F—3EKw,

[ 13 X O 2 12 CoH 3 L T CoCN D54 D MR-SDCI % 721X CASSCF T?D NO D= /L ¥ —
L. BYEEORET%2~T, CoH CTld7cL8c, CoCN Tlllok 12678, MEDGHLE TH D, =
U6 OELEAFIEIE U & S 12 H AL High-spin, i 23 TR Low-spin IZ7 > TNWADH Z LN
/\75)50 ZDOTFNR-572NOIZ 2 fHE A AD Low-spin JREETIE, IZIERI LA SITH D 2 fHld NO

Z1EFOE T HELE X4 High-spin WRAERICE T, #HNE %Tﬁfﬁﬁdté‘b\: ERTRRIND,

# 1 DCoHDYE, BLUFE 2 DCoCNDLAE . WI L b FHFEFAHRI D A DCASSCF T,
High-spin® 5 23 Low-spin &L W ZE CTH 51T b

FboT. BB FHEESELE oot Cof

MR-SDCI+Q % 7= 1%, MR-SDCI+Q+Ere|’C“ =] X 30 P
(ZLow-spinD )y WL EIT /2> T D, ZOBH)  CASSCF / mE, 4.8 0.0
EFHEEIC & éﬁfﬁﬂzi/?/lx%—@ CoHTIL  MRCPA(4)/ mE, 0.0 28.8

High-spinifRBE 12 < 5 T Low-spin:k BE @ J5 A3 A(cl?yna?mcal E,'e°gﬁ“ 336
33.6 E;75 1T K& <L 25T D, CoCNTODHET orrelation) / m

479E, TH D, Net Charge (Co) +0.45 +0.12
BB ABIAKRZ N 0D Z 8B onicity (Co-H) >
DB RRENEN) ZETHDIND, re(Co-H)/A 1.510 1.632
TORMRLD ZSOBEASBRALLOTET ooy f eme 1925 1756
3

T5Z L1220 (MullikenBfi2Z2R) | &R
TR AT 5 A A HBEL 2D
b, EAMICIEA A A Th 5o R-Eyy  1ale2 CoCN
%%FAiﬁﬁ%ﬁ®%MT%<ﬁéo%%k

P Ve X 3@ 50
T, @B-BUNL MRS & ORS & 3R < 722 CASSCE / mE 334 0.0
o m . .
D\%@@ﬁﬁ@§@ﬁ<&éwfﬁé #1 "
DCoH. % 2 DCOCNTIE THGE Y 2 5 73 o C MR-AQCC + E.,,/ mE, 0.0 14.4
A(Dynamical Electron 47.9

W, FeHIZoWTh, Ao THTBY i3 Correlation) / mEh
Low-spin® 5 23 BB HHRE A R < | BB 703%’7
T, FAEOBSICELTYH, £o7/7-< ARk Mulliken Charge (Co) +0.89 +0.63

r'n‘J IhH EERELTCND, Lo T, lonicity (Co-C) >
AREIORE TR TLE2TOFFIEAR I r(Co-C)/A 1.854 1.997
60)5%“@’% . High-spin:ikRE&(Z i~ T Low-spin ®,(Co-C) / cmt 544 426
WEEIZEB T 5 K 0 s By E AR K5

%3?60)}:%* W C& Do

1) K. Tanaka, M. Sekiya, and M. Yoshimine, J. Chem Phys., 115, 4558 (2001).
2) M. Tomonari, R. Okuda, U. Nagashima, K. Tanaka, and T. Hirano, J. Chem. Phys., 126, 144307 (2007).
3) T. Hirano, R. Okuda, U. Nagashima, P. Jensen, J. Chem. Phys., 127, 014303 (2007).



