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[Abstract] Our recent attention has focused on the development of novel organic conductors
based on catechol-fused TTF derivatives having hydrogen-bonding (H-bonding) ability. In
particular, those based on the ethylenedithio derivative, H.Cat-EDT-TTF, are found to provide
interesting phenomena and physical properties originating from the coupling of the H-bonds
and conducting m-electrons. To further explore such unique organic conductors, in this study,
we have focused on the ethylenedioxy derivative, H.Cat-EDO-TTF, and performed the
electrochemical oxidation under various conditions. As a result, two polymorphic charge-
transfer (CT) salts, a”-(H2Cat-EDO-TTF).Cl and B”-(H>Cat-EDO-TTF).Cl, were obtained.
This type of polymorphic salts has never been obtained from the ethylenedithio derivative,
H.Cat-EDT-TTF. In this presentation, we will report the synthesis, structures, and properties of
these new CT salts and discuss the effect of the introduced ethylenedioxy group.
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Fig. 2. (a) Donor arrangement, (b) [O-H---CI] H-bonding interactions (green), [C-H---CI] and [O-H---O] weak
H-bonding interactions (yellow and purple), and (c) [C-H---O] weak H-bonding interactions (blue) in the crystal
of a”-(H,Cat-EDO-TTF).CI. (d) Donor arrangement, (e) [O-H---CI] H-bonding interactions (green), and (f) [C-
H---0] weak H-bonding interactions (blue) in the crystal of B”-(H,Cat-EDO-TTF),CI.
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