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Table S1A: 'H and *'P Chemical Shifts of the Free DNA®
...

DNA HN NHy(b) NHy(nb) H8/H6 H2/H5 HI' H2' H2" H3' H4' HS,H5" °'P

Gl 12.83 7.92 594 267 2.67 478 4.17 3.67 _
C2 8.00 6.90 7.46v 5.47 6.18 190 222 4.64 411 4.03 -4.21
- C3 8.15 7.14 722 570 579 139 1.89 4.61 4.04 3.69,3.80 -4.06
A4 817 8.13 573 242 2.61 477 435 3.39 -4.80
GS 10.73 9.63 - 7.73 554 224 210 453 436 3.26,3.39 -4.84
A6 794  7.86 6.07 259 259 472 4.06 3.63 -4.45
G7 11.959.00  7.03 7.78 S.él 229 237 478 4.07 396 -4.54
A8 8.00 7091 565 2.52 252 4.84 423 3.96 -4.12
- G9 12.46 7.70 576 2.53 2.53 483 427 4.03 -3.95

C10 7.89  6.75 736  5.25 6.09 2.11 211 4.40 3.96 -4.08

a

Non-exchangeable proton:chemical shifts were from an NOESY spectrum collected at 273 K;
exchangeable proton chemical shifts were from an NOESY spectrumc recorded 268 K; *'P

chemical shifts were from a 'H-'P COSY spectrum recorded at 273 K. Sample solution

contained 10 mM sodium phosphate, pH 6.0.
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Table S1B: 'H and *'P Chemical Shifts of the Bound DNA in the Complex 3“ and Chemical Shift

Differences’ of DNA in Free and Bound Forms

DNA HN NHyb) NHynb) H8/H6 H2/H5 HI' H2' H2" H3 H4' HS H5" P

Gl 13.02 7.98 599 259 277 484 422 3.73
A(ppm)®0.19 0.06 0.05 -0.08 0.10 0.06 0.05 0.06

C2 799 705 742 545 607 204 220 413 421 -4.24
A(ppm) 001 015 -004 -002 -0.11 0.14 -0.02-0.51 0.10 -0.03
C3 803 737 718 553 619 204 190 461 443 3.91,4.11-505
A(ppm) 012 023  -0.04 -0.17 040 065 001 0.00 039 0.22,0.31-0.99
A4 834 816 545 235 270 481 449 4.01  -4.70
A(ppm) 0.17 003 -028 -0.07 0.09 0.04 014 012  0.10
G5  10.62 7.79 579 233 2.08 441 2.85 3.05  -4.15
A(ppm)-0.11 0.06 025 0.09 -0.02 -0.12 -1.51 -0.41,-0.54 0.69
A6 7.67 789 577 322 3.59 4.62 -4.61
A(ppm) 027 003 -0.30 0.63 1.00 -0.10 -0.16
G7 1235 7.67 658 3.17 330 408 401 3.60  -4.81
A(ppm) 0.40 -0.11 137 088 093 -0.70 -0.06 -036 -0.27
A8 870 829  6.68 3.5 2.65 523 479 4.10,4.29
Alppm) 070 038 103 0.63 013 039 0.56 0.14

G9  11.40 7.67 574 222 243 4.66- 420 384  -4.43
A(ppm) -1.06 -0.03 002 -031 -0.10 -0.17 -0.07 -0.19  -0.48
C10 819 688 758 523 630 213 220 447 419 400  -4.69
A(ppm) 030 013 022  -002 021 002 009 007 023 -0.61

Non-exchangeable proton chemical shifts were mainly from an NOESY spectrum recorded at 268
K; exchangeable proton chemical shifts were from an NOESY spectrum recorded at 268 K; 3lp
chemical shifts were from a 'H->'P COSY spectrum recorded at 273 K. Sample solution .
contained 10 mM sodium phosphate, pH 6.0. Chemical shifts of H2' and H2"s were inverted in
the C3, G5, and A8 residues. The values for the loop and bulge residues are in bold and
bold/italic, respectively.

A(ppm) = f)pm (complex) — ppm (free DNA), a positive value indicates that the DNA resonance
shifts downfield upon binding to NCSi-glu. '
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FIGURE CAPTIONS

FIGURE S1: (A) Representative stack plot of the spectra recorded in a PFG experiment for the NCSi-
glu-bulge DNA complex. * indicates the peak chosen to derive D1. (B) Peak intensities [In (A’)] as a
function of gradient field strength g® (G/cm)?. Slopes of the plot were used to derive Dr.

FIGURE S2: 'H-*'P COSY Spectra of (A) the free DNA and (B) the NCSi-glu-bulge DNA complex

recorded in D0 at 278 K. The labels indicate the H3'->'P cross peaks in the spectra.
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Figure S1
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Figure S2




