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Table S1 — Selected Bond Distances for compounds 1 and 2 (A).

1
Fel-CI2 2.3771(15)| |Col-CI2 2.357(2)
Fel-N1 2.215(4)| |Col1-N1 2.161(6)
Fel-N2 2.249(4)| |Co1-N2 2.194(5)
Fel-Cl2_a 2.3771(15)| |Col-CI2_a 2.357(2)
Fel-N1_a 2.215(4)| |Col1-N1_a 2.161(6)
Fel-N2_a 2.249(4)| |Col-N2_a 2.194(5)

Symmetry code: a: 0.25-, 0.25-y, z

Table S2 — Selected Bond Angles for compounds 1 and 2 (Degrees)

1 2
Cl2-Fel-N1 100.02(9)| Cl2-Co1-N1 92.96(15)
Cl2-Fel-N2 165.36(10)| CI2-Co1-N2 167.96(14)
ClI2-Fel-CI2_a 97.77(5)| Cl2-Col-Cl2_a 98.06(9)
ClI2-Fe1-N1_a 92.01(9)| Cl2-Co1-N1_a 95.15(15)
ClI2-Fe1-N2_a 89.74(9)| ClI2-Co1-N2_a 88.77(14)
N1-Fel-N2 92.22(13| N1-Col-N2 76.49(19)
Cl2_a-Fel-N1 92.01(9)| ClI2_a-Col-N1 95.15(15)
N1-Fel-N1 a 161.71(14)| N1-Col-N1_a 167.6(2)
N1-Fel-N2_a 74.25(13)| N1-Col-N2_a 94.38(19)
Cl2_a-Fel-N2 89.74(9)| ClI2_a-Col-N2 88.77(14)
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N1 a-Fel-N2 74.25(13)| N1_a-Col-N2 94.38(19)
N2-Fel-N2_a 85.86(13)| N2-Co01-N2_a 86.3(2)
Cl2_a-Fel-N1 a 100.02(9)| Cl2_a-Col-N1_a 92.96(15)
Cl2_a-Fel-N2_a 165.36(10) | CI2_a-Col-N2 a 167.96(14)
N1 a-Fel-N2_a 92.22(13)| N1_a-Col-N2_a 76.49(19)

Symmetry code: a: 0.25-%, 0.25-y, z

Figure S1. Short contact interactions between neighbouring chains mediated by H-

interactions involving methanol solvent molecules and chloride ligands in compound 1

(same pattern is observed in compound 2).
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Figure S2. Short contact interactions between neighbouring chains mediated by C-H N
interactions involving acetonitrile solvent molecules and bipyrimidine ligands in compound

1 (same pattern is observed in compound 2).
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Figure S3. ym vs T plot in the range 2-80 K at 0.1 T of compound 1. Open circles:
experimental data; full line: best fitting without ZFS; dashed line: best fitting with ZFS (see

text for details).



