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The most stable conformers of 2-(tetrazol-1-yl)-, 3-(tetrazol-1-

yl)- and 2-(tetrazol-5-yl)pyridines undergo photolysis in Ar

matrices at cryogenic temperatures to yield pyridin-2-

ylcarbodiimide or pyridin-3-ylcarbodiimide. Spectroscopic

evidence of carbon-to-nitrogen rearrangement in the case of

the 2-(tetrazol-5-yl)pyridine molecule is provided. For the latter

molecule a second pathway leads to the 1-cyclopenta-2,4-

dienylketenimine formation. The experimental findings are

supported by extensive B3LYP/6-311++G(2d,2p) calculations.
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