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Themultidimensionalnatureof OClO
�

predissociationwasstudiedusinga double-resonant,nonlinearoptical technique.A two-color
variantof laser-inducedgratingspectroscopy wasconfiguredto investigatetheinfluenceof initial nuclearmotionon the
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state

absorptionspectrumof chlorinedioxide.Grating-formingbeamstunedto a transitionin theneighborhoodof theorigin bandselectively
“tag” awell-definedsubsetof groundstatemoleculessothattheirnear-ultraviolet absorptionspectrumcanbeviewedin isolationby the
diffractivescatteringof a third probebeam.Nearultraviolet spectraof the(1,0,0),(0,1,0)and(1,1,0)groundstatelevelswereobtained.
Analysisof thesespectraindicateamode-selective increasein thepredissociationratedueto groundstatevibrationalmotion.


