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In order to elucidate the ﬁhysical and chemical origin of unknown bound
states of a positron in polyatomic molecules, in this study, we have established the theoretical
methodology to assign positron annihilation spectra. Using (1) a new stochastic anharmonic
vibrational state theory based on backflow transformation and (2) the accurate computational method
to analyze the positron affinity and annihilation rate, we have succeeded in the nonempirical
theoretical assignment of the annihilation spectra of polyatomic molecules.
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