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Fig. 1. (a) Crystal structure and (b) crystal packing of 1. TCNQ molecules construct 1D columns

along c-axis.
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Fig. 2. (a) DC magnetic susceptibility and (b) heat capacity of 1. Dashed lines in (a) represent the
theoretical 7T values for 2 mole of S =2 and S = 1/2 spins (6.75), and 2 mole of S = 1/2 spins
(0.75).
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Fig. 3. (a) DC magnetic field dependences of heat capacities and (b) their magnetic contributions in
1. (c) Simulated curves of magnetic heat capacities. The simulated curves are normalized by the

numbers of spins.



