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Figure S1. Singly-occupied molecular orbitals (alpha and beta spatial parts) obtained
from a DFT broken-symmetry calculation for CoPdCo(dpa)4Cl,.
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Table S1. DFT-optimized cartesian coordinates for compounds 2-8.

Complex 2: CoPdCo(dpa)s(NCS),
Energy of the ground state: E(BS1)=-2823.4711833 a.u.

Coordinates (Angstroms)

x y z
Pd 0.000000 0.000000 0.000000
Co 0.000000 0.000000 2.524164
Co 0.000000 0.000000 -2.524164
N 0.000000 0.000000 4.606365
C 0.000000 0.000000 5.795804
S 0.000000 0.000000 7.474622
N 0.000000 0.000000 -4.606365
C 0.000000 0.000000 -5.795804
S 0.000000 0.000000 -7.474622
N 0.000000 2.047473 0.000000
N 0.000000 -2.047473 0.000000
N -2.047473 0.000000 0.000000
N 2.047473 0.000000 0.000000
N 0.683001 -2.036743 2.249142
N -2.036743 -0.683001 2.249142
N 2.036743 0.683001 2.249142
N -0.683001 2.036743 2.249142
N -0.683001 -2.036743 -2.249142
N 2.036743 -0.683001 -2.249142
N -2.036743 0.683001 -2.249142
N 0.683001 2.036743 -2.249142
C 0.605951 -2.708294 1.057050
C -2.708294 -0.605951 1.057050
C 2.708294 0.605951 1.057050
C -0.605951 2.708294 1.057050
C -0.605951 -2.708294 -1.057050
C 2.708294 -0.605951 -1.057050
C -2.708294 0.605951 -1.057050
C 0.605951 2.708294 -1.057050
c 1.208834 -3.997061 0.928057
C -3.997061 -1.208834 0.928057
c 3.997061 1.208834 0.928057
c -1.208834 3.997061 0.928057
c -1.208834 -3.997061 -0.928057
C 3.997061 -1.208834 -0.928057
C -3.997061 1.208834 -0.928057
C 1.208834 3.997061 -0.928057
C 1.840327 -4.584907 2.022672
C -4.584907 -1.840327 2.022672
C 4.584907 1.840327 2.022672
c -1.840327 4.584907 2.022672
c -1.840327 -4.584907 -2.022672
c 4.584907 -1.840327 -2.022672
c -4.584907 1.840327 -2.022672
c 1.840327 4.584907 -2.022672
c 1.884868 -3.891522 3.252193
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c -3.891522 -1.884868 3.252193
c 3.891522 1.884868 3.252193
C -1.884868 3.891522 3.252193
C -1.884868 -3.891522 -3.252193
c 3.891522 -1.884868 -3.252193
c -3.891522 1.884868 -3.252193
C 1.884868 3.891522 -3.252193
C 1.306695 -2.621495 3.301232
c -2.621495 -1.306695 3.301232
c 2.621495 1.306695 3.301232
c -1.306695 2.621495 3.301232
c -1.306695 -2.621495 -3.301232
c 2.621495 -1.306695 -3.301232
c -2.621495 1.306695 -3.301232
C 1.306695 2.621495 -3.301232
H 1.203974 -4.492190 -0.035593
H -4.492190 -1.203974 -0.035593
H 4.492190 1.203974 -0.035593
H -1.203974 4.492190 -0.035593
H -1.203974 -4.492190 0.035593
H 4.492190 -1.203974 0.035593
H -4.492190 1.203974 0.035593
H 1.203974 4.492190 0.035593
H 2.309417 -5.560273 1.918168
H -5.560273 -2.309417 1.918168
H 5.560273 2.309417 1.918168
H -2.309417 5.560273 1.918168
H -2.309417 -5.560273 -1.918168
H 5.560273 -2.309417 -1.918168
H -5.560273 2.309417 -1.918168
H 2.309417 5.560273 -1.918168
H 2.360366 -4.308905 4.132850
H -4.308905 -2.360366 4.132850
H 4.308905 2.360366 4.132850
H -2.360366 4.308905 4.132850
H -2.360366 -4.308905 -4.132850
H 4.308905 -2.360366 -4.132850
H -4.308905 2.360366 -4.132850
H 2.360366 4.308905 -4.132850
H 1.325146 -2.034497 4.214200
H -2.034497 -1.32514¢6 4.214200
H 2.034497 1.325146 4.214200
H -1.325146 2.034497 4.214200
H -1.32514¢6 -2.034497 -4.214200
H 2.034497 -1.325146 -4.214200
H -2.034497 1.325146 -4.214200
H 1.325146 2.034497 -4.214200
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Complex 3: CoNiCo(dpa)4Cl,

Energy of the ground state: E(BS2)=-2690.0979266 a.u.

Coordinates (Angstroms)
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Complex 4: CoNiCo(dpa)4(NCS),
Energy of the ground state: E(BS2)=-2866.0578544 a.u.

Coordinates (Angstroms)
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Complex 5: RhNiRh(dpa),Cl,

Energy of the ground state: E(BS2)=-2618.9448599 a.u.

Coordinates (Angstroms)
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c -2.545377 -1.353969 3.283326
c 2.545377 1.353969 3.283326
C -1.353969 2.545377 3.283326
C -1.353969 -2.545377 -3.283326
c 2.545377 -1.353969 -3.283326
c -2.545377 1.353969 -3.283326
C 1.353969 2.545377 -3.283326
H 1.240765 -4.351579 -0.094737
H -4.351579 -1.240765 -0.094737
H 4.351579 1.240765 -0.094737
H -1.240765 4.351579 -0.094737
H -1.240765 -4.351579 0.094737
H 4.351579 -1.240765 0.094737
H -4.351579 1.240765 0.094737
H 1.240765 4.351579 0.094737
H 2.379775 -5.445106 1.828293
H -5.445106 -2.379775 1.828293
H 5.445106 2.379775 1.828293
H -2.379775 5.445106 1.828293
H -2.379775 -5.445106 -1.828293
H 5.445106 -2.379775 -1.828293
H -5.445106 2.379775 -1.828293
H 2.379775 5.445106 -1.828293
H 2.433304 -4.235759 4.066158
H -4.235759 -2.433304 4.066158
H 4.235759 2.433304 4.066158
H -2.433304 4.235759 4.066158
H -2.433304 -4.235759 -4.066158
H 4.235759 -2.433304 -4.066158
H -4.235759 2.433304 -4.066158
H 2.433304 4.235759 -4.066158
H 1.358979 -1.969373 4.204009
H -1.969373 -1.358979 4.204009
H 1.969373 1.358979 4.204009
H -1.358979 1.969373 4.204009
H -1.358979 -1.969373 -4.204009
H 1.969373 -1.358979 -4.204009
H -1.969373 1.358979 -4.204009
H 1.358979 1.969373 -4.204009
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Complex 6: RhNiRh(dpa)4(NCS),
Energy of the ground state: E(BS2)=-2794.8924797 a.u.

Coordinates (Angstroms)
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Complex 7: RhPdRh(dpa),Cl,

Energy of the ground state: E(BS2)=-2576.3499926 a.u.

Coordinates (Angstroms)
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Complex 8: RhPdRh(dpa)s(NCS),
Energy of the ground state: E(BS2)=-2752.2991733 a.u.

Coordinates (Angstroms)
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