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Fig. 1. Schematic drawing of crystal struc-
ture of Csy(18-crown-6),{ Ni(dmit).],. Large cir-
cles, 18-crown-6 molecules; Small circles, Cs*
ions; Squares show [Ni(dmit).].~ ions. Two
Cs' ions and three 18-crown-6 molecules are
stacked along one direction. These molecules
form a one-dimensional chain. Strongly
dimerized pairs of [Ni(dmit).] ion also

form another chain.
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Fig. 2. Measured molar heat capacity (open
circle), and the assumed normal heat capacity
(solid curve)
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Fig. 3. molar heat capacities.

Excess
Different marks designate different runs.
Different curves designate different numbers

of molecules that interacts each other
cooperatived. If the number of cooperatived
molecule (n) is larger ca. 100, an excess heat
capacity calculated by a linear Ising model is
close to the experimental one.
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Cooperativity of Molecular Dynamics of 18-crown-6 Forming
One-Dimensional Chain in Cs(18-crown-6);[ Ni(dmit).].

Heat capacity of Csy(18-crown-6);{Ni(dmit).]: was measured by adiabatic calorimetry. A broad
thermal anomaly was observed around 230 K. The entropy gain (about 52 J K™ mol™) is close
to that expected for four-fold disordering of 18-crown-6 (3RIn4 =~ 51.9 J K™ mol™"). The shape
of thermal anomaly was qualitatively explained by a linear Ising model, developed for coopera-

tive disordering in polymers.
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