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The recentdevelopmentof Cavity Ring-Down Polarimetery(CRDP) hasprovided a new schemefor investigating the chiro-optical
behavior exhibitedby isolated(solvent-free)molecules.a Building uponthe long-pathlengthsensitivity affordedby canonical(pulsed)
ring-down techniques,CRDPhastheuniqueability to probebothcircularbirefringence(nonresonantpolarizationrotation)andcircular
dichroism(resonantdifferentialabsorption)in rarefied(gas-phase)environments. Initial efforts have focusedon the measurementof
nonresonantoptical activity parametersfor a seriesof prototypicalchiral compounds,with comparisonof analogousgas-phaseand
solution-phaseresultshighlightingthepronouncedeffectsincurredby solvationprocesses.b Ongoingextensionsof thesestudieswill be
discussed,includingattemptsto interrogateresonantcirculardichroismphenomenaasmanifestin thedifferentialabsorptionof circular
polarizationcomponents.Aside from elucidatingthe importantrolesthat solvent interactionsplay in mediatingthe optical response
evokedfrom chiral solutemolecules,informationderivedfrom thesestudiesprovidesa critical assessmentfor thefundamentalvalidity
andpracticalapplicabilityof burgeoningquantumchemistrycalculationsdesignedto predictchiro-opticalpropertiesab initio.
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