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Numbering schemes used for NMR assignments of compounds 2, 3 and 4a/b:
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Figure S1. Plot of ymT vs. T'for 7 in a field of 0.5 T (top). Magnetization isotherms for 7 at
temperatures 2, 3, 4, 5.5, 10 and 20 K (bottom). The red lines are the best-fit calculated using

the parameters given in the text.
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Figure S2. Plot of ymT vs. T for 9 in a field of 0.5 T (top). Magnetization isotherms for 9 at
temperatures 2, 3, 4, 5.5, 10 and 20 K (bottom). The red lines are the best-fit calculated using

the parameters given in the text.
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Figure S3: a) Optimized ground-state structure of [Fe(4b)NCS] and b) Energy level gaps (in
kJ mol™) computed for different electronic configurations of complex [Fe(4b)NCS].



