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High-ResolutionDegenerateFour-WaveMixing (DFWM) spectroscopy hasbeenemployedtodissectandinterprettheroom-temperature
bandcontoursexhibitedin the370nmorigin region of thetropolone

��	��
�� �� ��� � ( ��� � � ) absorptionsystem.In particular, judi-
ciousselectionof polarizationstatefor theincidentelectromagneticfieldscombinedwith polarization-resolveddetectionof theemerging
signalwave hasbeenfoundto facilitatedramaticallythediscriminationandassignmentof overlappingrotationalstructure.This novel
approachhasenabledselectivesuppressionof high-� ( ������� ) intensityattributableto ����� � , !"���#� , and/or$���� � branchescomprising
the �&%(')�&% and �+*,')�+* tunnelingdoublet,therebyalleviating muchof the congestionnormally associatedwith the electronic
transitionsof suchlarge polyatomicspecies.The natureandlimitations of thesespectralsimplificationprocedureswill be discussed
in the framework of a tensor-basedanalysisof weak-fieldDFWM response,with specialemphasisplacedon the utility of exploiting
suchschemesfor theelucidationof molecularstructureanddynamics.Refinedrotationalconstants,transitionmomentcharacter, and
populationdecayrateshavebeendeducedfor thetropolone

�� � 
 �
potentialenergy surfacethroughleast-squaresregressionof observed

rovibronic features.


