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Crystals of (Na")([2.2.2]cryptand)[Ni(dmit),] *2CH3;CN (1-2CH3CN) were synthesized. The
[Ni(dmit),]” anions in the crystals were aligned parallel to the ab plane, forming two-
dimensional (2D) layers. Each supramolecular cation and CH3CN formed 1D chain along the
b-axis and alternately arranged along the a-axis between the 2D layers of [Ni(dmit),]". Upon
heating, CH3CN was desorbed from crystal 1+2CH;3;CN, resulting in crystal 1, which retained
its single-crystalline nature. In crystal 1, the supramolecular cations rearranged to avoid
molecular contact with the penetrating [Ni(dmit),]™ and filled the voids from which CH3CN
desorbed. The alternation of magnetic properties associated with CH3CN desorption and
selective molecular sorption in crystal 1 are discussed.
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