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S1. Additional DFT Results
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Figure S1. Representative structural models and energetics from DFT simulations.

(A) Relative energies of nitrate substitutions at distinct hydroxyl sites in gibbsite, showing that
tetrahedral configurations remain energetically unfavorable compared to higher coordination.
(B) Optimized structure of octahedral gibbsite with a NO3™ group substituting an interlayer
OH’ from the CONTCAR output. Optimized structure of gibbsite with an NO3™ group
substituting an interlayer OH™ and (C) breaking the Al-O-Al bridge, leaving two pentahedral
coordinated Al sites or (D) one tetrahedral Al site (site 1. In the structural images, hydrogen is
shown in pink, oxygen in red, nitrate tetrahedra in green, and undercoordinated Al in orange.



S2. Structural Models (VASP CONTCAR Files)
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