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Fig.1 Variable temperature far-IR absorp-
tion spectra for 1°,1’"’-diethylbiferro-
cenium triiodide in the 250 —30cm™'
range. The v, V. and vsindicate the
symmetric stretching, deformation
and asymmetric stretching modes of
the I5 ion, respectively.
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Fig.2 Comparison of the molar heat capa-
city of 1, 1"’-diethylbiferrocenium
triiodide with the sum of the normal
heat capacities of 1 mol of biferroce-
nium triiodide (shaded area A) and 2
mol of ethyl moieties (hatched area B).



Fig.3 Assumed adiabatic potential energy

surface, for the 1’, 1""’-diethylbiferro-
cenium cation plotted as a function
of the out-of-phase combination of
two symmetric metal-ligand breathing
vibrational mode. Diagram A is for
a symmetric mixed-valence complex
in the absence of environmental effe-
cts. Diagram B results if the environ-
ment about the binuclear mixed-valen-
ce complex is asymmetric.
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Fig.4 Semi-logarithmic plot of the excess
heat capacity of 1’, 1'”’-diethylbiferro-
cenium triiodide. Broken line indicates
the heat capacity anormaly calculated
on the basis of a Schottky anomaly,
in which the energy difference is 750
em~'. The energy difference has been
determined so that the two shaded
areas and thus the entropy gains are
almost equal. It should be remarked
that several A C, points near 300K,
which have rather high values, should
be deleted because of partial decom-
position of the Is ion (probably Is —
I +Iz).
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