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Fig.1 Structure of [Pd(H,edag)(Hedag)]"*.
In the crystalline complex with TCNQ, [Pd
(H,edag) (Hedag)] and TCNQ sepe-rately
form columns. There are three types of
hydrogen-bond in the crystal; inter columnar
bond between [Pd(H,edag) (Hedag)] and
TCNQ columns, in-tracomplex bond within
[Pd(H;edag) (Hedag)] and inter complex
bond between adjacent [Pd(H, edag)
(Hedag)] columns. Some protons in the last
are  missin resulting in the formula [Pd
(H,-xedag) (Hedag)] * TCNQ, where the av-
erage charge of TCNQ is x-1.
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Fig.2 Heat capacity of [Pd(H.-« edag)
(Hedag)] TCNQ around the transition region
(closed circle and left axis) and the residual
that were obtained by subtracting the heat
capacity of TCNQ crystal and of the lingand
(H:edag) (plus sign and right axis). A broad
hump corresponding to the metal insulator
transition is recongnized in the residuals
around 180 K. The excess entropy estimated
assuming the baseline drawn 1is about 0.7
J K7' mol, much smaller than that expected
for an order-disorder transition of inter-
complex hydrogen bonds.
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Fig.3 x dependences of the period proferred
by the conduction electron (), by the inter
complex hydrogen-bond system (l,), and
their multiples. The crossing point around
x =0.31is 12 (at x =1/3), which possibly ac-
counts for the long period of the superstruc-
ture appearing below the metal-insulator
transition in [(H;-« edag) (Hedag)]+TCNQ.
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