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The analytical methods to clarify the relationship between the macroscopic
thermodynamic parameters of a spin-crossover phenomenon and microscopic intermolecular interaction
energy in metal complex crystals were investigated. The correlation between the transition enthalpy
and the intermolecular interaction energy was revealed. The temperature dependence of intermolecular

interactions provides insight into the transition mechanism. We also developed new functionalities
of azo ligands that give iron(111) spin-crossover complexes. The relatively high electron-donating
ability of azo ligands and the spin-crossover-induced linkage isomerization, in which the spin state
of the central iron(111) ion controls the pedal-like rotation of the azo ligand, were revealed.
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