One of the research trends in new TTF derivatives for functional materials is to search for molecules with more π-extended systems exhibiting unique geometric and electronic properties. Moreover, π-extended tetrathiafulvalene framework (exTTF) can enhance the dimensionality in materials by increasing intermolecular π···π and/or S···S interactions. In our previous paper, we have reported several classes of π-conjugated pyridine-based TTF derivatives, which are beneficial to intramolecular electron transfer and communications. Our longer term goal is develop a new class of exTTF derivatives. In the current report, two new π-conjugated pyridine-based TTF derivatives, 2-(2-(4,5-bis(methylthio)-1,3-dithiol-2-ylidene)-6-phenyl-[1,3]dithiolo [4,5-b][1,4]dithiin-5-yl)pyridine (2a) and 3-(2-(4,5-bis(methylthio)-1,3-dithiol -2-ylidene)-6-(pyridin- 2-yl)-[1,3]dithiolo[4,5-b][1,4]dithiin-5-yl)quinoline (2b), have been synthesized and characterized. The compound 2a has also been studied by X-ray crystallography and theoretical calculations using density functional theory (DFT) framework with B3LYP/6-311+G(d,p) level of theory.
