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Many conceptual tools for interpreting molecular structure and reactivity are tethered to the orbital picture; even those which are not are typically evaluated using uncorrelated wavefunction methods. The former issue is resolved by developing conceptual tools that are based on physical observables [1]. We show how (di)radical-based and spin-based reactivity can be robustly treated in the framework of conceptual density functional theory, and evaluate the resulting indicators using both traditional Kohn-Sham density-functional theory methods and near-exact ab initio approaches. The equation-of-motion strategy can be used to compute conceptual density functional theory reactivity indicators in the framework of ab initio approaches.
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