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                    Abstract
The electronic structures of the extended conjugated electron acceptors1–3 were investigated within the framework of a semiempirical INDO and a π-electronic Hartree-Fock Hamiltonian. Utilizing Koopmans' theorem, predictions are made of the magnitude of the ionization potentials and the electron affinities and their dependence on the molecular geometry (“olefinic” vs. “aromatic”) and the nature of the acceptor functions. The validity of the Hartree-Fock approximation has been studied by means of the Thouless stability conditions. The INDO and π-SCF wave functions turn out to be adequate descriptions of the ground states of1–3. A single particle hole pair, due to a small energy separation between the highest occupied and lowest virtual orbital and a large Coulomb integral with respect to these orbitals leads to non-singlet (triplet) instabilities or near instabilities of the wave functions indicating the importance of spin correlation in1–3.
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