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Table S1.'H and®'P chemical shifts (ppm) of TT-DNA duplex at 10 °C.

DNA

Base H8 H6  H5/Me/H2 H1' H2' H2" H3' H4  H5'/H5" NH NH; ¥p

C1 - 7.70 5.94 578 212 250 4.75 4.09 3.76 - 7.18/8. -

G2 8.05 - - 6.06 275 286 5.02 4.42 4.15/4.07 12.94 - —4.62

T3 - 7.34 1.45 6.10 2.19 254 490 4.28 4.19 13.86 - 4.5+
C4 - 7.46 5.62 5.62 2.04 243 484 4.13 % na - 6.96/8.52 -4.84
G5 7.92 - - 6.00 2.60 273 483 4.28 4.12/4.07 13.00 - —4.51

T6 - 6.95 1.50 5.52 129 200 477 430 4.04/410 560. - -5.03

A7 8.29 - 7.79 6.07 292 292 504 421 na - - -4 .61
G8 7.63 - - 588 251 273 4.88 440 na 12.82 - —-4.51
T9 - 7.17 1.29 5.88 2.04 246 489 4.22 na 13.79 - 84-4.
G10 7.92 - - 596 265 275 5.01 440 na 12.94 - —4.82
Cl11 - 7.48 5.45 6.21 221 221 452 4.28 4.09/4.13 - 77/8.27 -4.50
G12 7.98 - - 599 265 281 487 427 3.73/3.73 13.12 - -

C13 - 7.48 5.45 566 216 247 490 4.23 4.15 — 6.63/8.-5.03
Al4 8.34 - 7.80 6.29 2.81 295 5.07 4.49 4.12 - - -4.50
C15 - 7.34 5.26 585 2.06 255 470 4.28 na — 6.80/8.6:4.82
T16 - 7.42 1.57 6.07 219 257 486 4.25 4.12/4.12 a3.7 - —4.96
T17 - 7.31 1.59 575 189 233 487 411 na 10.61 - 14-5.
C18 - 7.68 5.75 501 242 242 488 4.21 na — 7.13/8.4ha

G19 7.93 - - 566 272 283 505 435 na 12.82 - -3.72
A20 8.24 - 7.92 6.24 269 292 506 4.48 4.24/4.18 - - —4.87
c21 - 7.26 5.31 563 1.87 230 4.82 4.26 4.13 — 6.39/8.-4.84
G22 7.93 - - 6.17 2.62 237 4.69 4.19 4.11 12.92 - 4.5

®na: not assigned
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Table S2.'H and*!P chemical shifts of the, 7-BisNP-TT-DNA complex. Assignments are at 10 °C for
sample in RO, 10 °C or 5 °C for exchangeable protons in 9030 H10% DO.

DNA

Base H8 H6  H5/Me/H2 H1'  H2' H2" H3"  H4 NH NH, ¥1p

c1 - 770 5.94 577 212 248 475 4.08 - 7.12/18.14 -
G2 8.02 - - 6.03 272 2.83 487 439  12.90 - —4.67
T3 - 727 1.40 6.03 212 247 488 425  13.72 - —4.63
c4 - 726 5.50 562 204 213 473 415 - 6.90/8.50 .88-4
G5 791 - - 607 257 286 510 nd  11.63 - na

T6 - 716 1.40 550 1.50 212 475 4.171%?’5@,” na

A7 788 - na 6.04 289 289 4838 431 - - ~4.23
G8 780 - - 505 257 275 447 423  12.44 - —4.91
T9 - 725 1.34 500 212 250 491 425  13.72 - na
G10 792 - - 506 2.65 275 501 438  12.89 - -4.82
c11 ~ 748 5.48 621 218 218 451 414 - 6.77/8.26 .58-4
Gl2 797 - - 500 2.66 2.80 4.85 424  13.10 - -
c13 ~ 748 5.43 560 219 247 490 423 - 6.59/8.48 na
Al4 825 7.77 622 271 2.85 508 4.44 - - na
C15 - 715 5.07 578 232 172 470 428 - 6.65/8.02  na
T16 - 711 1.11 6.10 220 240 475 424  12.82 - na
T17 - 789 2.04 597 242 255 504 41250000 - na

c18 ~ 765 5.92 542 219 237 476 422 - 6.95/7.84 na
G19 792 - - 554 273 278 503 437 1271 - na
A20 8.23 - 7.88 625 270 291 506 4.49 - - ~4.76
c21 ~ 726 5.30 563 1.87 230 4.83 4.26 - 6.75/8.37  na
G2 792 - - 6.16 262 236 4.67 419  12.90 - -4.56

2na: not assignednot differentiated.

—-S3-—



Table S3.Table of distance restraints used for the molealyaamics of the free TT-DNA duplex. The
values are in A. (a) distance in the final struefuib) upper or lower restraint; (c) deviation frahe
upper or lower restraint in the final structure eTdteviations are highlighted as followed: yellow2(©
0.3 A), grey (0.3-0.5 A) and red (> 0.5 A).

———————————————————————————————————————————————————————————————— *H73 DT 9 -- H1' DG 8 4.115 3.840 0.275
First atom Last atom current upper/lower deviation *H73 DT 9 -- H8 DG 8: 2.689 2.880 0.191
value restraint *H73 DT 9 -- H6 DT 9: 2.426 2.450 0.024
(a) (b) (c) H2'1 DG 10 -- H5 DC3  11: 2.171 2.610 0.000
———————————————————————————————————————————————————————————————— H2'1 DG 10 -- H6 DC3 11 2.687 2.610 0.077
H1' DC5 1 -- H6 DC5 1 3.625 3.800 0.000 H8 DG 10 -- H1' DG 10 3.843 4.000 0.000
H2'1 DC5 1 -- H1' DC5 1 2.442 2.520 0.000 H8 DG 10 -- H2'1l DG 10 3.096 3.000 0.096
H2'1 DC5 1 -- H6 DC5 1 2.898 3.600 0.000 H8 DG 10 -- H2'2 DG 10 2.258 2.220 0.038
H2'1 DC5 1 -- H8 DG 2 1.940 2.050 0.110 H8 DG 10 -- H2'1 DT 9 2.045 2.490 0.000
H2'2 DC5 1 -- H1' DC5 1 3.048 3.210 0.000 H8 DG 10 -- H2'2 DT 9 3.560 3.700 0.000
H2'2 DC5 1 -- H6 DC5 1 2.082 2.510 0.000 H8 DG 10 -- Hé DT 9 3.970 4.000 0.030
H2'2 DC5 1 -- H8 DG 2 3.582 3.440 0.142 H1' DC3 11 -- H5 DC3 11 5.134 5.000 0.134
H5  DC5 1 -- H6 DC5 1 2.428 2.450 0.000 H1' DC3 11 -- H6 DC3 11 3.626 3.720 0.000
H2'1 DG 2 -- H8 DG 2 2.458 2.270 0.188 H2'1 DC3 11 -- H1' DC3 11 2.171 2.060 0.111
H2'1 DG 2 -- H6 DT 3 2.242 2.400 0.158 H2'1 DC3 11 -- H6 DC3 11 3.181 3.000 0.181
H2'2 DG 2 -- H8 DG 2 2.153 2.380 0.000 H2'2 DC3 11 -- H1' DC3 11 2.975 3.000 0.000
H2'2 DG 2 -- Hé6 DT 3 3.861 3.700 0.161 H2'2 DC3 11 -- Hé DC3 11 1.938 2.190 0.000
H8 DG 2 -- H1' DC5 1 2.816 2.720 0.096 H5 DC3 11 -- H2'1 DC3 11 4.895 5.000 0.000
H8 DG 2 -- H1' DG 2 3.653 4.000 0.000 H5 DC3 11 -- H2'2 DC3 11 4.125 4.000 0.125
H8 DG 2 -- Hé6 DT 3 4.162 5.000 0.000 H6 DC3 11 -- H5 DC3 11 2.363 2.450 0.000
H1' DT 3 -- H6 DT 3 3.750 3.700 0.050 H1' DG5 12 -- H8 DG5 12 3.662 3.800 0.000
H1' DT 3 -- H6 DC 4 3.315 3.300 0.015 H2'1 DG5S 12 -- H8 DG5 12 2.828 2.870 0.058
H2'1 DT 3 -- H6 DT 3 3.374 3.500 0.000 H8 DG5 12 -- H2'2 DG5 12 1.864 2.210 0.000
H2'1 DT 3 -- H6 DC 4 2.045 2.220 0.175 H1' DC 13 -- H8 DA 14 2.841 2.750 0.091
H2'2 DT 3 -- H6 DT 3 2.238 2.350 0.000 H2'1 DC 13 -- H1' DC 13 2.340 2.620 0.000
H2'2 DT 3 -- H6 DC 4 3.727 3.700 0.027 H2'1 DC 13 -- H6 DC 13 3.443 3.330 0.113
H6 DT 3 -- H1' DG 2 2.470 2.520 0.000 H2'1 DC 13 -- H8 DA 14 2.111 2.280 0.169
H6 DT 3 -- H5 DC 4 3.803 3.800 0.003 H2'2 DC 13 -- H5 DC 13 4.045 3.970 0.075
*H73 DT 3 -- H8 DG 2 2.931 3.210 0.000 H2'2 DC 13 -- Hé DC 13 2.076 2.510 0.000
*H73 DT 3 -- Hé6 DT 3 2.740 3.070 0.000 H2'2 DC 13 -- H8 DA 14 3.741 3.630 0.111
H2'1 DC 4 -- He6 DC 4 3.020 3.000 0.020 H6 DC 13 -- H2'2 DG5 12 2.914 2.630 0.284
H2'2 DC 4 -- He6 DC 4 2.080 2.590 0.000 H2'1 DA 14 -- H5 DC 15 3.076 3.050 0.026
H6  DC 4 -- H1' DC 4 3.677 3.900 0.000 H2'2 DA 14 -- H5 DC 15 2.555 2.930 0.000
H6  DC 4 -- H5 DC 4 2.438 2.450 0.000 H8 DA 14 -- H1' DA 14 3.796 3.660 0.136
H8 DG 5 -- H1' DC 4 2.498 2.410 0.088 H8 DA 14 -- H2'2 DA 14 2.468 2.370 0.098
H8 DG 5 -- H2'1l DC 4 2.107 2.490 0.000 H8 DA 14 -- H5 DC 15 3.161 3.060 0.101
H8 DG 5 -- H2'2 DC 4 3.802 3.700 0.102 H1' DC 15 -- H2'2 DC 15 2.653 2.390 0.263
H8 DG 5 -- H6 DC 4 4.638 5.000 0.000 H1' DC 15 -- H6 DC 15 3.330 2.980 0.350
H8 DG 5 -- H1' DG 5 3.901 3.900 0.001 H1' DC 15 -- Hé DT 16 3.005 2.910 0.095
H8 DG 5 -- H2'1l DG 5 3.604 3.700 0.000 H1' DC 15 -- *H73 DT 16 4.228 3.990 0.238
H8 DG 5 -- H2'2 DG 5 2.353 2.390 0.000 H5 DC 15 -- H1' DA 14 3.375 3.230 0.145
H2'1 DT 6 -- H1' DT 6 2.323 2.600 0.000 H6 DC 15 -- H1' DA 14 2.962 2.830 0.132
H2'2 DT 6 -- H1' DT 6 2.858 2.440 0.418 H6 DC 15 -- H2'2 DA 14 2.967 2.740 0.227
H6 DT 6 -- H1' DG 5 2.886 2.790 0.096 H6  DC 15 -- H2'1 DC 15 3.397 3.000 0.397
H6 DT 6 -- H2'l DG 5 2.126 2.390 0.264 H6  DC 15 -- H2'2 DC 15 2.138 2.350 0.000
H6 DT 6 -- H2'2 DG 5 3.744 3.700 0.044 H6  DC 15 -- H5 DC 15 2.473 2.370 0.103
H6 DT 6 -- H8 DG 5 4.832 5.000 0.000 H2'1 DT 16 -- H6 DT 16 3.257 3.000 0.257
H6 DT 6 -- H1' DT 6 3.495 3.700 0.000
H6 DT 6 -- H2'1 DT 6 2.575 2.490 0.085 H6 DT 16 -- H2'2 DC 15: 2.832 2.440 0.392
H6 DT 6 -- H2'2 DT 6 2.124 2.300 0.179 H6 DT 16 -- H1' DT 16: 3.708 3.790 0.000
H6 DT 6 -- *H73 DT 6 2.776 3.170 0.000 H6 DT 16 -- H2'2 DT 16: 2.140 2.440 0.000
*H73 DT 6 -- H8 DG 5 3.551 3.470 0.081 *H73 DT 16 -- H5 DC 15: 3.422 3.580 0.000
H1' DA 7 -- H8 DG 8 2.808 2.660 0.148 *H73 DT 16 -- Hé DC 15: 2.870 3.490 0.000
H2'1 DA 7 -- H8 DA 7 3.240 3.170 0.070 *H73 DT 16 -- Hé DT 16: 2.681 3.120 0.000
H2'1 DA 7 -- H8 DG 8 2.279 2.770 0.000 H1' DT 17 -- H6 DC 18: 3.263 3.150 0.113
H2'2 DA 7 -- H8 DA 7 2.051 2.160 0.000 H2'1 DT 17 -- H5 DC 18: 3.145 3.050 0.095
H2'2 DA 7 -- H8 DG 8 3.768 3.770 0.000 H2'1 DT 17 -- H6 DC 18: 2.159 2.570 0.411
H8 DA 7 -- H1' DA 7 3.642 3.470 0.172 H2'2 DT 17 -- H6 DC 18: 2.998 2.900 0.098
H8 DA 7 -- H8 DG 8 4.387 5.000 0.000 H6 DT 17 -- H2'1 DT 16: 2.750 2.730 0.020
H1' DG 8 -- H2'1l DG 8 2.108 2.610 0.000 H6 DT 17 -- H2'2 DT 16: 2.694 2.640 0.054
H2'2 DG 8 -- H1' DG 8 2.739 2.460 0.279 H6 DT 17 -- H6 DT 16: 3.225 2.910 0.315
H2'2 DG 8 -- H8 DG 8 2.068 2.210 0.142
H2'2 DG 8 -- H6 DT 9 2.990 3.610 0.000
H8 DG 8 -- H1' DG 8 3.515 3.920 0.000 H6 DT 17 -- H2'2 DT 17: 1.878 2.140 0.262
H8 DG 8 -- H2'l DG 8 3.479 3.710 0.000 H6 DT 17 -- H3' DT 17: 2.769 2.630 0.139
H1' DT 9 -- H8 DG 10 2.823 2.740 0.083 H6 DT 17 -- *H73 DT 17: 2.830 3.190 0.000
H1' DT 9 -- H2'1 DT 9 2.458 2.510 0.000 H6 DT 17 -- H5 DC 18 3.268 3.080 0.188
H2'1 DT 9 -- H6 DT 9 3.102 3.000 0.102 H1' DC 18 -- H6 DC 18 3.480 3.380 0.100
H2'2 DT 9 -- H6 DT 9 2.062 2.390 0.000 H5 DC 18 -- H2'2 DT 17 2.755 3.000 0.000
H6 DT 9 -- H2'l DG 8 2.238 2.690 0.000 H5 DC 18 -- *H73 DT 17 3.371 4.160 0.000
H6 DT 9 -- H8 DG 8 3.490 3.19 0.309 H5 DC 18 -- Hé DC 18 2.451 2.440 0.011
*H73 DT 9 -- H8 DG 10 4.972 4.820 0.152 H6 DC 18 -- H2'1 DC 18 2.584 2.390 0.194
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Table S4 Table of distance restraints used for the moéecdiynamics of the&,7-BisSNR-TT-DNA
complex.2,7-BisNPis called “BNP’ in the table. The values are in(A) distance in the final structure;
b) upper or lower restraint; (c) deviation to thgper or lower restraint in the final structure. The
deviations are highlighted as followed: yellow (023 A), grey (0.3-0.5 A) and red (> 0.5 A).

———————————————————————————————————————————————————————————————— H2'2 DG 8 -- H1' DG 8: 2.754 2.460 0.294
First atom Last atom current upper/lower deviation H2'2 DG 8 -- H8 DG 8: 2.148 2.210 0.062
value restraint H2'2 DG 8 -- H6 DT 9: 3.620 3.610 0.010

(a) (b) (c) H8 DG 8 -- H1' DG 8: 3.208 3.920 0.000
———————————————————————————————————————————————————————————————— H8 DG 8 -- H2'1l DG 8: 3.145 3.710 0.000
H5  BNP -- H1 DG 5: 3.425 4.000 0.000 H1' DT 9 -- H8 DG 10: 2.896 2.740 0.156
H5 BNP -- H5 DC 18: 4.910 5.000 0.000 H1' DT 9 -- H2'1 DT 9: 2.344 2.510 0.000
H6 BNP -- H1 DG 5: 3.119 4.000 0.000 H2'1 DT 9 -- H6 DT 9: 3.138 3.000 0.138
H1 BNP -- H1' DT 16: 3.880 4.000 0.190 H2'2 DT 9 -- H6 DT 9: 2.056 2.390 0.000
H6 DT 9 -- H2'1 DG 8: 2.520 2.690 0.000

H1 BNP -- H1' DT 17: 2.505 4.000 0.000 H6 DT 9 -- H8 DG 38 3.414 3.190 0.224
H1  BNP -- H2'1 DT 17: 2.081 4.000 0.000 *H73 DT 9 -- H8 DG 10: 4.873 4.820 0.053
H1  BNP -- H2'2 DT 17: 3.756 4.000 0.000 *H73 DT 9 -- H1' DG 8: 4.124 3.840 0.284
H2  BNP -- H1' DT 17: 2.162 3.000 0.000 *H73 DT 9 -- H8 DG 8: 2.735 2.880 0.165
H2  BNP -- H2'1 DT 17: 2.312 3.000 0.000 *H73 DT 9 -- H6 DT 9: 2.471 2.450 0.000
H2  BNP -- H2'2 DT 17: 3.214 4.000 0.000 H2'1 DG 10 -- H5 DC3  11: 2.584 2.610 0.000
H2  BNP -- H1' DT 16: 5.070 5.000 0.070 H2'1 DG 10 -- H6 DC3 11 2.557 2.610 0.000
H2 BNP -- *H73 DT 16: 4.108 4.000 0.108 H8 DG 10 -- H1' DG 10: 3.811 4.000 0.000
BNP| H8 DG 10 -- H2'2 DG 10: 2.170 2.220 0.000

H7 BNP -- H2'2 DT 16: 2.709 3.000 0.000 H8 DG 10 -- H2'1 DT 9: 2.371 2.490 0.000
H7 BNP -- *H73 DT 16: 3.611 4.000 0.000 H8 DG 10 -- H2'2 DT 9: 3.729 3.700 0.029
H8  BNP -- H1' DT 16: 2.849 4.000 0.000 H8 DG 10 -- H6 DT 9: 3.923 4.000 0.077
H8  BNP -- H2'1 DT 16: 4.283 4.000 0.283 H1' DC3 11 -- H5 DC3  11: 5.144 5.000 0.144
H8  BNP -- H2'2 DT 16: 3.962 4.000 0.000 H1' DC3 11 -- H6 DC3  11: 3.614 3.720 0.000
H8  Bwe[--*H73 DT 16:  5.1e4  4.600  1.104 H2'1DC3 11 -- HI' DC3  11:  2.192  2.060  ©.132
CH2)18 BNP -- *H73 DT 16: 5.090 5.000 0.090 H2'1 DC3 11 -- H6 DC3 11 3.096 3.000 0.096
CH2)18 BNP -- *H73 DT 16: 3.939 5.000 0.000 H2'2 DC3 11 -- H1' DC3 11 2.983 3.000 0.000
CH2)24 BNP -- H1' DA 7: 3.970 4.000 0.000 H2'2 DC3 11 -- Hé DC3 11 1.964 2.190 0.000
CH2)24 BNP -- H1' DA 7: 4.049 4.000 0.049 H5 DC3 11 -- H2'1 DC3 11 4.757 5.000 0.000
H5 DC3 11 -- H2'2 DC3 11 4.163 4.000 0.163

H1' DC5 1 -- Hé6 DC5 1: 3.734 3.800 0.000 H6 DC3 11 -- H5 DC3 11 2.359 2.450 0.000
H2'1 DC5 1 -- H1' DC5 1: 2.370 2.520 0.000 H1' DG5 12 -- H8 DG5 12 3.692 3.800 0.000
H2'1 DC5 1 -- H6 DC5 1: 3.366 3.600 0.000 H2'1 DG5 12 -- H8 DG5 12 3.013 2.870 0.143
H2'1 DC5 1 -- H8 DG 2: 1.999 2.050 0.051 H8 DG5 12 -- H2'2 DG5 12 1.852 2.210 0.000
H2'2 DC5 1 -- H1' DC5 1: 3.030 3.210 0.000 H1' DC 13 -- H8 DA 14 2.866 2.750 0.116
H2'2 DC5 1 -- H6 DC5 1: 2.110 2.510 0.000 H2'1 DC 13 -- H1' DC 13 2.373 2.620 0.000
H2'2 DC5 1 -- H8 DG 2: 3.608 3.440 0.168 H2'1 DC 13 -- H6 DC 13 3.392 3.330 0.062
H5 DC5 1 -- H6 DC5 1: 2.429 2.450 0.000 H2'1 DC 13 -- H8 DA 14 2.196 2.280 0.084
H2'1 DG 2 -- H8 DG 28 2.476 2.270 0.206 H2'2 DC 13 -- H5 DC 13 4.141 3.970 0.171
H2'1 DG 2 -- Hé DT 3: 2.348 2.400 0.052 H2'2 DC 13 -- Hé DC 13 2.041 2.510 0.000
H2'2 DG 2 -- H8 DG 2: 2.168 2.380 0.000 H2'2 DC 13 -- H8 DA 14 3.746 3.630 0.116
H2'2 DG 2 -- Hé6 DT 3: 3.936 3.700 0.236 H6 DC 13 -- H2'2 DG5 2z 2.900 2.630 0.270
H8 DG 2 -- H1' DC5 1: 2.811 2.720 0.091 H2'1 DA 14 -- H5 DC 15 3.142 3.050 0.092
H8 DG 2 -- H1' DG 2: 3.619 4.000 0.000 H2'2 DA 14 -- H5 DC 15 2.698 2.930 0.000
H8 DG 2 -- H6 DT 3: 4.136 5.000 0.000 H8 DA 14 -- H1' DA 14 3.790 3.660 0.130
H1' DT 3 -- H6 DT 3: 3.730 3.700 0.030 H8 DA 14 -- H2'2 DA 14 2.413 2.370 0.043
H1' DT 3 -- H6 DC 4: 3.352 3.300 0.052 H8 DA 14 -- H5 DC 15 3.055 3.060 0.005
H2'1 DT 3 -- H6 DT 3: 3.177 3.500 0.000 H1' DC 15 -- H2'2 DC 15 2.768 2.390 0.378
H2'1 DT 3 -- Hé6 DC 4: 2.089 2.220 0.131 H1' DC 15 -- Hé DC 15 3.307 2.980 0.327
H2'2 DT 3 -- Hé6 DT 3: 2.258 2.350 0.000 H1' DC 15 -- Hé DT 16 3.144 2.910 0.234
H2'2 DT 3 -- Hé6 DC 4: 3.834 3.700 0.134 H1' DC 15 -- *H73 DT 16 4.179 3.990 0.189
H6 DT 3 -- H1' DG 2: 2.424 2.520 0.000 H5 DC 15 -- H1' DA 14 3.354 3.230 0.124
H6 DT 3 -- H5 DC 4: 3.418 3.800 0.000 H6 DC 15 -- H1' DA 14 2.952 2.830 0.122
*H73 DT 3 -- H8 DG 2: 2.790 3.210 0.000 H6  DC 15 -- H2'2 DA 14 2.933 2.740 0.193
*H73 DT 3 -- H6 DT 3: 2.705 3.070 0.000 H6  DC 15 -- H2'1 DC 15 3.102 3.000 0.102
H2'1 DC 4 -- H6 DC 4: 2.986 3.000 0.000 H6  DC 15 -- H2'2 DC 15 1.925 2.350 0.000
H2'2 DC 4 -- H6 DC 4: 2.092 2.590 0.000 H6  DC 15 -- H5 DC 15 2.390 2.370 0.020
H6  DC 4 -- H1' DC 4: 3.671 3.900 0.000 H1' DC 18 -- H6 DC 18 3.443 3.380 0.063
H6 DC 4 -- H5 DC 4: 2.423 2.450 0.000 H5 DC 18 -- Hé DC 18 2.418 2.440 0.000
H8 DG 5 -- H1' DC 4: 2.527 2.410 0.117 H6 DC 18 -- H2'1 DC 18 2.485 2.390 0.095
H8 DG 5 -- H2'1 DC 4: 2.211 2.490 0.000 H6 DC 18 -- H2'2 DC 18 2.494 2.720 0.226
H8 DG 5 -- H2'2 DC 4: 3.749 3.700 0.049 H6 DC 18 -- H8 DG 19 3.974 4.000 0.026
H8 DG 5 -- Hé6 DC 4: 3.973 4.000 0.027 H1' DG 19 -- H2'2 DG 19 2.754 2.530 0.224
H8 DG 5 -- H1' DG 5: 3.884 3.900 0.000 H1' DG 19 -- H8 DG 19 3.555 3.480 0.075
H8 DG 5 -- H2'l DG 5: 3.748 3.700 0.048 H1' DG 19 -- H8 DA 20 2.818 2.670 0.148
H8 DG 5 -- H2'2 DG 5: 2.335 2.390 0.000 H2'1 DG 19 -- H8 DG 19 3.425 3.000 0.425
H6 DT 6 -- H1' DG 5: 2.872 2.790 0.082 H2'2 DG 19 -- H8 DG 19 1.932 2.380 0.000
H6 DT 6 -- H2'l DG 5: 2.384 2.390 0.006 H2'1 DA 20 -- H1' DA 20 2.015 2.100 0.085
H6 DT 6 -- H2'2 DG 5: 3.618 3.700 0.000 H2'2 DA 20 -- H1' DA 20 2.769 2.540 0.229
H6 DT 6 -- H8 DG 5: 4.611 5.000 0.000 H2'2 DA 20 -- H8 DA 20 1.941 2.430 0.000
H1' DG 8 -- H2'1l DG 8: 2.064 2.090 0.026 H2'2 DA 20 -- H5 DC 21 3.150 2.950 0.200
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2,7-BisNP-TT-DNA

TT-DNA

-3.0 -35 -4.0 -45 -5.0 -5.5 ppm

Figure S1 1D 3'P spectra of the free TT-DNA and tAg-BisNP-TT-DNA complex in RO at 10 °C.
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Figure S2.1D NMR spectra of TT-DNA upon addition &f7-BisNPin D,O, at 10 °C and pH 6. The
molar ligand-to-DNA ratio is indicated for each sfyam.

—-S9-—



72 3 ° ’ ® ® PN Y o0 o 4o ToH6
(ppm)y  A7H3  G5HB ) GEH1" TEHI" GEHZ™- H?  TEHZ2" TEHZ' THCH3
! TIGHZ"-H? T17-HZ'

TIBHT" @ Ty7py- :
§ T17CH3

' . g...._,_,,,TﬁHE

o e TITHZ' .
PR AL S,

Figure S3 Expansion of the 250 ms NOESY spectrum of the fil@-DNA in D,O at 10 °C.
Correlations are between the aromatic protons hedtigar protons. The sequential walk between the
mismatched thymine gTand the adjacent baseg &d A, and between the mismatcheg; &nd the
adjacent bases;dand Ggis displayed.
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