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(AS/Sp)*® + o®® in parentheses

Dephasing HFP-NC HFP-P HFP-A HFP-AP

time (ms)
22 0.019(.013)  0.027(.013)  0.012(.023)  0.017 (.028)
8.2 0.056 (.020)  0.053(.013)  0.077(.036)  0.055 (.026)
16.2 0.071(.020)  0.061 (.015)  0.107(.021)  0.128 (.022)
24.2 0.077(.023)  0.108 (.013)  0.202(.026)  0.219 (.016)
32.2 0.086(.017)  0.087(.018)  0.244(.025)  0.265 (.020)
40.2 0.093 (.018)  0.126(.023)  0.306(.031)  0.294 (.023)
48.2 0.089(.028)  0.162(.025)  0.325(.060)  0.344 (.020)



Spin geometries and associated calculated ;qtuv'ab(r) for specific t, u, and v in the fully constrained model
or calculated ;/nltzu\,lab(r) for specific ty, tp, U, and Vv in the unconstrained model. In each spin geometry
schematic, N or C respectively denote a labeled '*N nucleus or a labeled *CO nucleus, and Y denotes
either: (1) a >CO HFP; (2) a X registry not detected by the labeling schemes of the HFP-P, HFP-A, or
HFP-AP samples; or (3) any other registry with rcy > 7 A for the labeled ?CO and the labeled "*Ns.
These latter reys are not detected in the REDOR experiments. Each arrow denotes *CO-"°N dipolar
coupling considered in the simulation. For unconstrained model geometries, the top/middle strand
registry is at the top of the schematic and the middle/bottom strand registry is at the bottom of the
schematic. When more than one spin geometries are shown, each y(7) is the average for the displayed
geometries.
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