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(a)S=3/2
(b) S =5/2
(c)S=5/2

Figure S1. B3LYP Optimized geometries for | with a square planar (a) and (b), and a distorted
tetrahedral (c) arrangement. Bond lengths are in A and bond angles are in deg.
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Table S1 Optimized Cartesian Coordinates for I in the S=5/2 (HS) tetrahedral distorted structure.
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Table S2 Optimized Cartesian Coordinates for I in the S=5/2 (HS) square planar structure.
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Table S3 Optimized Cartesian Coordinates for I in the S=3/2 square planar structure.
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Table S4 Optimized Cartesian Coordinates for Il in the S=3/2 (HS) tetrahedral distorted structure.
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Table S5. Energy (eV) , d-composition and MOs for I. Symmetry in parenthesis.

Energy (eV) d-composition MOs
HOMO . o
-5.6375 _
(e)
25.4% d,,
()
3.7% dy, + 3.6% d,, %
HOMO-1 g
-6.4649
(e)
3.7% dy, + 3.6% d,
(&2
HOMO-2
-6.9718 58.2% d,,
(a1)
HOMO-3 j
-7.5026 76.9% d,,
(b)
HOMO-4
-7.7019 81.6% dyo.y2 (
(b1)

This journal is © The Royal Society of Chemistry 2012

J. Name

.,2012,00,1-3 |6



HOMO-5
(a1)

21.7% d,, + 20.6% dy, &
HOMO-6
-8.3462

-8.1900 11 % dy,

(e)

21.7% dy, + 20.6% d,

HOMO-7

-9.0594 37.8% d,,
(a1)
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Table S6. Energy (eV) , d-composition and MOs for Il. Symmetry in parenthesis.

Energy (eV) d-composition MOs
11.3% d,, + 0.6% d,,
HOMO
-6.1025
(e)
11.3% d,, + 0.6% d,,
9% d,, +2.2% d,,
HOMO-1
-6.7317
(e)
9% dy, +2.2% d,,
HOMO-2
-7.4872 50.1% d,,
(a1)
HOMO-3
-8.1070 10.2% d,,
(a1)
HOMO-4
-8.1655 73% dyz.y2
(b1)
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HOMO-5
-9.0431 61.3% d,,
(b2)
Q
HOMO-6
-9.2354
(e)
25.7% dy, + 19.4% d,
HOMO-7
-9.3752 45% d,,
(a1)
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