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Table 1 Molecular constants® of FeCN and FeNC calculated
from the 3—dimensional PES, obtained by the MR-SDCI+Q+E,,,
/[Roos ANO(Fe), aug—cc—pVQZ(C,N)]

FeCN FeNC
Calc. Calc.? Exp.®
r(Fe-N) /A 2.0484 19354 201 % 0.05 (ry)
r(N-C) /A 1.1681 1.1823 1.03 +0.08 (ro)
a,(Fe-N-C)/deg 180.0 180.0 180.0
B,/cm™ 0.12389 0.14250
B.,/MHz 3714.0 4272.2
Borep/cm” 0.12380 014278  0.14447(13)
E./Eh -1364.1951508 —1364.1941735
D,/MHz 0.00124 0.00145
D, * 10%/cm™ 412 4.83
oy /cm™ 0.00054 0.00055
o, /em™ —0.00091 -0.00147
o3 /em™ 0.00052 0.00061
®,(NC)/cm 2179 2090
®,(Fe-N-C)/cm™ 173 109
®;(Fe-N)/cm™ 419 476 4641+ 42
0. x(11)/cm™ -12.9 -11.8
®.x(22)/cm™ -5.9 -4.0
0.x(33)/cm™ -15 -3.7
0.x(12)/cm™ =35 -4.9
0.x(13)/cm™ 5.6 -3.7
®.x(23)/cm™ 225 8.6
&»/cm’! 5.7 2.66
v,/cm™ 2153 2060
vy/em™ 170 102
vi/em™ 442 475
Zero—Point £/cm™ 1473 1385
Cp/om™ -0.98 -0.97
Cry/cm’™ -0.22 -0.24
A-doubling/cm™ 0.00019 0.00038
i1, /D* -459(-457) -4.59 (-4.74)
Aso/cm’™ -83 -83

* Obtained as the finite electric field derivative of the energy, and
expectation value in parentheses.
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FeNCOCN#EE D EER{E ((C-N) = 1.03(8) A)® L, {LZDEBICBSLTEH, F=FHK A Dab initiost &
E(r, = 1182 A)ICHHBLTHETE S, 1=, ab initio PESIZEDIUVTMORBID (Z4i%) TR F=r(C-N)
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2) NCS

NCSI%. 1958 F LIE . 2<D=E Table 2 NCS predicted at the level of MR-SDCI+Q (Core—valence,
Rt BN E SN TNB(ZEM full-valence)/[aug-cc—pCV(Q+d)Z (S), aug—cc—pCVQZ (N, C)]
Mhod | THEESIERHORSE
STWAWB LW FTHD, = B,?/MHz B, /MHZ Exp. B,/ MHz
F EBEHTFTHDHO0CSV. X2TINC®S 61152  6104.7 6106.62162(25)
BN FTHDSHNCSIZ ERSF XTINC*S 59710 59604 5962.83176(79)

ELTRRIZEBIEN TS, > r(N-C) =1.1784 A, r,(C-S) = 1.6320 A

:2I=. Corevalence DB 718 : I\: QZ:Z: ?dH:E:r:,a::d(L?g/lr):;no (2003)°
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TEHESIERE L (N-C) = 1.1784 A, r,(C-S) = 1.6320 AL IELIMETHAHEEZDENE XS, HHE. CDFE
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3) High—spin/low-spinfif8: CoH H KLU CoCN
CoHE LU CoCNDEHE AL T, High-spin/low—spinfElRBIZH ITHRENICEELRER BN EFHE
BAThHY. BARMBEEZHFET HIEIZLD T, High—-spin/low—spintkBEED B F#EEHAT A ENAH E-.
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