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i ) Activation of dinitrogen (N2) by well-defined metal hydrides is of much
interest and importance, but studies in this area have remained limited to date. We report here N2

activation and hydrogenation by C5Me4SiMe3-ligated di- and trinuclear chromium polyhy-dride

complexes. Computational studies are also carried out to gain information on the reaction mechanism.
Both experimental and computational studies suggest that N2 incorporation into the chromium hydride

cluster is involved in the rate-determining step. This work represents the first example of N2

cleavage and hydrogenation by well-defined chromium hydride com-plexes.
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