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Fig. S1 shows the infrared (IR) spectra of Fe(1,2-Nc¢) (a), K[Fe"(1,2-Nc)(CN)2] (b), and the
PhsP[Fe''(1,2-Nc)(CN):]2 crystals that grown on the anode by the electrocrystallization (c). All of them are

almost identical to each other, and also to those of Co(1,2-Nc¢) and K[Co"(1,2-N¢)(CN),]."
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Fig. S1 IR spectra of Fe(1,2-Nc¢) (a), K[Fe'''(1,2-N¢)(CN)] (b), and PhsP[Fe(1,2-Nc)(CN)2]2 (¢).



Supporting Information

Fig. S2 shows the X-ray diffraction (XRD) pattern of Ph4P[Fe'l(1,2-N¢)(CN):]» polycrystals used in
the static magnetic susceptibility measurement (a), along with that simulated from crystallographic data of

PhsP[Fe"(1,2-Nc)(CN)z]2 (b).
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Fig. S2 (a) XRD pattern of polycrystals of PhsP[Fe'''(1,2-N¢)(CN)2]>. (b) XRD pattern simulated from
crystallographic data of PhsP[Fe'(1,2-Nc)(CN):]a.
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Experimental section
IR spectra were recorded on a Jasco FT/IR-4600 spectrometer as KBr pellets. XRD measurement was

performed by Rigaku SuperNova system with monochromated Mo-Ko. radiation (A = 0.71073 A).
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