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Figure Captions

Fig S1. Region from Hahn Echo NOESY of the HTD complex (t, =200 ms mixing time,
27 °C in D,0) showing dj(6,8,2'), d((2";6,8), di(5Me;6), d(6,8;5Me) connectivities.

Fig S2. Region from Hahn Echo NOESY of the HTD complex (1, =200 ms mixing time,
27 °C in D,0) showing d;(6,8;1’), d((1’;6,8) connectivities.

Fig S3. Region from Hahn Echo NOESY of the HTD complex (t, =200 ms mixing time,

27 °C in D,0) showing d;(1’; 4’) connectivities.
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Table S1. Helical parameters of the twenty initial NAB-generated DNA conformations used in the
structure calculations for the 1:1 complex of d(GCACCTTCCTGC) d(GCAGGAAGGTGC) and HTD 4).

Structure X displacement Inclination Twist Rise

Number
1 -2.0 220 327 26
2 2.2 5.8 36.0 34
3 25 -0.0 36.0 34
4 2.2 5.8 26.0 34
5 22 5.8 459 34
6 -2.0 220 36.9 2.6
7 -2.0 21.9 27.0 2.6
8 22 22.0 32.7 34
9 -2.0 220 327 34
10 -0.2 10.3 38.0 40
11 -14 16.0 32.5 3.8
12 -5.0 25.0 35.9 3.0
13 -0.7 25.0 35.9 4.0
14 -2.0 26.9 30.0 4.0
15 -1.3 16.0 33.0 3.0
16 -13 4.5 329 29
17 -0.5 6.2 399 3.6
18 -20 12.5 379 38
19 2.5 12.8 36.0 37
20 -0.0 12.8 36.0 3.7
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Table S2. NMR derived distance constraints used in the structure calculation protocol for the 1:1 complex
of d(GCACCTTCCTGCYd(GCAGGAAGGTGC)-HTD (4).

Residue No. Residue Proton Residue No. Residue Proton Upper bound
distance
1 GUA HI’ 1 GUA HS8 4.12
1 GUA HI’ 2 CYT H6 3.42
1 GUA HI’ 2 CYT H5 3.69
1 GUA H8 2 CYT H5 3.55
1 GUA H8 2 CYT H41 3.05
1 GUA H8 2 CYT H42 4.13
1 GUA H1 23 GUA Hl 5.14
1 GUA H1 24 CYT H42 5.27
1 GUA H3’ 2 CYT H6 5.07
1 GUA H3¥ 2 CYT H5 5.20
1 GUA H2’ 2 CYT H6 3.15
1 GUA H2’ 2 CYT H5 2.49
1 GUA H2’ 2 CYT H41 4.47
1 GUA H2” 2 CYT H6 4.90
1 GUA H2” 2 CYT H5 3.86
1 GUA H2” 2 CYT H41 5.13
2 CYT H4’ 2 CYT H6 4.75
2 CYT H1’ 2 CYT Hé6 4.04
2 CYT H1’ 3 ADE H8 3.99
2 CYT H6 2 CYT H5 2.69
2 CYT H6 2 CYT H41 4.87
2 CYT H6 3 ADE HS8 5.28
2 CYT H5 2 CYT H41 2.70
2 CYT H5 2 CYT H42 3.95
2 CYT H5 23 GUA H1 5.25
2 CYT H41 2 CYT H42 2.04
2 CYT H41 22 THY Me 4.95
2 CYT H41 23 GUA H1 424
2 CYT H42 22 THY Me 4.83
2 CYT H42 22 THY H3 4.24
2 CYT H42 23 GUA H1 2.74
2 CYT H42 24 CYT H42 4.90
2 CYT H3’ 3 ADE H8 5.05
2 CYT H2’ 3 ADE H8 3.75
2 CYT H2” 3 ADE H8 2.45
3 ADE H4’ 3 ADE H8 5.24
3 ADE H1’ 3 ADE H8 4.19
3 ADE H1’ 3 ADE H2 4.96
3 ADE H1’ 4 CYT H6 3.55
3 ADE HY’ 4 CYT H5 4.36
3 ADE H8 4 CYT H5 3.93
3 ADE H8 4 CYT H41 4.33
3 ADE H2 21 GUA H1 4.30
3 ADE H2 22 THY H3 3.16
3 ADE H2 23 GUA H1 4.63
3 ADE H3’ 4 CYT H6 5.11
3 ADE H2’ 4 CYT H6 4.10
3 ADE H2’ 4 CYT H5 353
3
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3 ADE H2’ 4 CYT H41 5.15
3 ADE H2” 4 CYT H6 2.49
3 ADE H2” 4 CYT HS5 2.99
3 ADE H2” 4 CYT H41 5.19
4 CYT H4’ 4 CYT H6 4.84
4 CYT HY’ 4 CYT H6 4.02
4 CYT HI’ 5 CYT H6 3.66
4 CYT HI’ 5 CYT H5 4.43
4 CYT H6 4 CYT HS5 2.70
4 CYT H6 4 CYT H41 4.89
4 CYT H6 5 CYT H5 4.19
4 CYT H6 5 CYT H41 4.74
4 CYT HS5 4 CYT H41 2.72
4 CYT H5 4 CYT H42 3.98
4 CYT H5 5 CYT HS5 4.99
4 CYT H5 5 CYT H41 4.17
4 CYT H5 5 CYT H42 5.02
4 CYT H41 4 CYT H42 2.04
4 CYT H41 5 CYT H41 4.43
4 CYT H41 5 CYT H42 4.40
4 CYT H41 21 GUA H1 4.28
4 CYT H42 5 CYT H41 4.61
4 CYT H42 5 CYT H42 3.91
4 CYT H42 20 GUA Hl 4.65
4 CYT H42 21 GUA H1 2.78
4 CYT H42 22 THY H3 5.15
4 CYT H3’ 5 CYT H6 5.06
4 CYT H2’ 5 CYT H6 4.02
4 CYT H2’ 5 CYT H5 3.42
4 CYT H2? 5 CYT H41 5.08
4 CYT H2” 5 CYT H6 2.44
4 CYT H2” 5 CYT H5 2.99
4 CYT H2” 5 CYT H41 5.20
5 CYT H4’ 5 CYT H6 4.85
5 CYT HI’ 5 CYT H6 4.02
5 CYT HI’ 6 THY H6 3.88
5 CYT H6 5 CYT H5 2.70
5 CYT H6 5 CYT H41 4.90
5 CYT H6 6 THY Me 4.61
5 CYT H5 5 CYT H41 2.72
5 CYT H5 5 CYT H42 3.98
5 CYT H5 6 THY Me 4.80
5 CYT H41 5 CYT H42 2.05
5 CYT H41 20 GUA H1 4.30
5 CYT H41 21 GUA H1 5.16
5 CYT H42 6 THY H3 4.81
5 CYT H42 20 GUA H1 2.79
5 CYT H42 21 GUA H1 4.30
5 CYT H3’ 6 THY H6 5.14
5 CYT H2 6 THY H6 3.98
5 CYT H2’ 6 THY Me 4.32
5 CYT H2” 6 THY H6 249
5 CYT H2” 6 THY Me 4.43
6 THY H4’ 6 THY H6 4.95
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6 THY HI’ 6 THY H6
6 THY HY’ 6 THY H3
6 THY HY’ 7 THY H6
6 THY H6 6 THY Me
6 THY H6 6 THY H3
6 THY H6 7 THY Me
6 THY Me 6 THY H3
6 THY Me 7 THY Me
6 THY H3 7 THY H3
6 THY H3 18 ADE H2
6 THY H3 19 ADE H2
6 THY H3 20 GUA H1
6 THY H3’ 7 THY H6
6 THY H2’ 7 THY H6
6 THY H2’ 7 THY Me
6 THY H2” 7 THY H6
6 THY H2” 7 THY Me
7 THY H4’ 7 THY H6
7 THY HY’ 7 THY H6
7 THY HYI’ 7 THY H3
7 THY H1’ 8 CYT H6
7 THY H1’ 8 CYT H5
7 THY H6 7 THY Me
7 THY H6 7 THY H3
7 THY H6 8 CYT H5
7 THY H6 8 CYT H41
7 THY Me 7 THY H3
7 THY Me 8 CYT H41
7 THY Me 8 CYT H42
7 THY H3 8 CYT H5
7 THY H3 8 CYT H41
7 THY H3 8 CYT H42
7 THY H3 17 GUA H1
7 THY H3 18 ADE H2
7 THY H3 19 ADE H2
7 THY H3’ 8 CYT H6
7 THY H2’ 8 CYT H6
7 THY H2’ 8 CYT H5
7 THY H2’ 8 CYT H41
7 THY H2” 8 CYT H6
7 THY H2” 8 CYT H5
7 THY H2” 8 CYT H41
8 CYT H4’ 8 CYT H6
8 CYT H1’ 8 CYT H6
8 CYT HI’ 9 CYT H6
8 CYT HI’ 9 CYT H5
8 CYT HY’ 18 ADE H2
8 CYT H6 8 CYT H5
8 CYT H6 8 CYT H41
8 CYT H6 9 CYT H5
8 CYT H6 9 CYT H41
8 CYT H5 8 CYT H41
8 CYT H5 8 CYT H42
8 CYT H5 9 CYT HS5
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11 GUA H4’ 11 GUA H8 5.21

11 GUA H1’ 11 GUA H8 4.19
11 GUA HI’ 12 CYT H6 357
11 GUA HYI’ 12 CYT H5 433
11 GUA H8 12 CYT H5 3.97
11 GUA H8 12 CYT H41 4.34
11 GUA H1 12 CYT H42 4.39
11 GUA H1 13 GUA H1 5.16
11 GUA H1 14 CYT HS5 5.26
11 GUA H1 14 CYT H41 4.24
11 GUA H1 14 CYT H42 2.74
11 GUA H1 15 ADE H2 4.62
11 GUA H3’ 12 CYT H6 5.05
11 GUA H2’ 12 CYT H6 4.08
11 GUA H2’ 12 CYT H5 3.48
11 GUA H2’ 12 CYT H41 5.15
11 GUA H2” 12 CYT H6 2.46
11 GUA H2” 12 CYT H5 2.95
11 GUA H2” 12 CYT H41 5.22
12 CYT H4’ 12 CYT H6 4.88
12 CYT HI’ 12 CYT H6 4.03
12 CYT H6 12 CYT H5 2.72
12 CYT H6 12 CYT H41 4.98
12 CYT H5 12 CYT H41 2.82
12 CYT H5 12 CYT H42 4.02
12 CYT H41 12 CYT H42 2.06
12 CYT H42 13 GUA H1 5.22
12 CYT H42 14 CYT H42 4.88
13 GUA HY 13 GUA H8 4.14
13 GUA HY’ 14 CYT H6 341
13 GUA HY’ 14 CYT H5 3.67
13 GUA H8 14 CYT H5 3.60
13 GUA H8 14 CYT H41 3.06
13 GUA H8 14 CYT H42 4.15
13 GUA H3’ 14 CYT H6 5.10
13 GUA H3’ 14 CYT H5 5.20
13 GUA H? 14 CYT H6 3.17
13 GUA H2’ 14 CYT H5 2.50
13 GUA H2’ 14 CYT H41 4.47
13 GUA H2” 14 CYT H6 4.91
13 GUA H2” 14 CYT HS5 3.86
13 GUA H2” 14 CYT H41 5.12
14 CYT H4’ 14 CYT H6 4.74
14 CYT HY’ 14 CYT H6 4.03
14 CYT HY’ 15 ADE H8 4.00
14 CYT H6 14 CYT H5 2.69
14 CYT H6 14 CYT H41 4.86
14 CYT H6 15 ADE H8 5.28
14 CYT H5 14 CYT H41 2.69
14 CYT HS5 14 CYT H42 3.95
14 CYT H41 14 CYT H42 2.04
14 CYT H3’ 15 ADE H8 5.06
14 CYT H2’ 15 ADE HS8 3.75
14 CYT H2” 15 ADE H8 2.46
7
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15 ADE H4’ 15 ADE H8 5.24

15 ADE HT 15 ADE H8 4.20
15 ADE H1’ 15 ADE H2 4.95
15 ADE HI’ 16 GUA H8 3.70
15 ADE H8 16 GUA H8 5.19
15 ADE H2 16 GUA H1 4.77
15 ADE H3’ 16 GUA H8 5.17
15 ADE H2’ 16 GUA H8 4.01
15 ADE H2” 16 GUA H8 2.50
16 GUA H4’ 16 GUA H8 5.18
16 GUA HI’ 16 GUA HS8 4.20
16 GUA HI’ 17 GUA H8 3.76
16 GUA H1 17 GUA H1 3.73
16 GUA H3’ 17 GUA H8 5.15
16 GUA H2’ 17 GUA H8 3.99
16 GUA H2” 17 GUA H8 2.49
17 GUA H4’ 17 GUA H8 5.21
17 GUA H1’ 17 GUA H8 4.20
17 GUA HI’ 18 ADE H8 3.71
17 GUA H8 18 ADE H8 5.28
17 GUA H1 18 ADE H2 431
17 GUA H3’ 18 ADE H8 5.14
17 GUA H2’ 18 ADE H8 4.00
17 GUA H2” 18 ADE H8 2.48
18 ADE H4’ 18 ADE H8 5.19
18 ADE HI’ 18 ADE H8 4.20
18 ADE HI’ 18 ADE H2 4.94
18 ADE H1’ 19 ADE H8 3.67
18 ADE H8 19 ADE H8 5.26
18 ADE H2 19 ADE H2 4.19
18 ADE H3’ 19 ADE H8 5.13
18 ADE H2 19 ADE H8 3.98
18 ADE H2” 19 ADE H8 247
19 ADE H4’ 19 ADE H8 5.17
19 ADE H1’ 19 ADE H8 4.19
19 ADE H1’ 19 ADE H2 4.94
19 ADE HI’ 20 GUA H8 3.72
19 ADE H8 20 GUA H8 5.26
19 ADE H2 20 GUA H1 4.72
19 ADE H3’ 20 GUA H8 5.14
19 ADE H2’ 20 GUA H8 3.95
19 ADE H2” 20 GUA H3 247
20 GUA H4’ 20 GUA H8 5.20
20 GUA HI’ 20 GUA H8 4.20
20 GUA HI’ 21 GUA H8 3.67
20 GUA H8 21 GUA H8 5.29
20 GUA Hl 21 GUA H1 3.76
20 GUA H3’ 21 GUA H8 5.11
20 GUA H2’ 21 GUA H8 3.99
20 GUA H2” 21 GUA H8 2.46
21 GUA H4’ 21 GUA H8 5.19
21 GUA H1’ 21 GUA H8 4.20
21 GUA HI’ 22 THY H6 3.77
21 GUA H8 22 THY Me 4.44
8
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21 GUA H1 22 THY H3 3.94

21 GUA H3’ 22 THY H6 5.16
21 GUA H2’ 22 THY H6 4.07
21 GUA H2’ 22 THY Me 4.36
21 GUA H2” 22 THY H6 2.52
21 GUA H2” 22 THY Me 4.35
22 THY H4’ 22 THY H6 4.95
22 THY HY’ 22 THY H6 4.03
22 THY HYI’ 22 THY H3 4.92
22 THY HI’ 23 GUA H8 3.82
22 THY H6 22 THY Me 3.97
22 THY H6 22 THY H3 5.12
22 THY H6 23 GUA H8 5.21
22 THY Me 22 THY H3 4.95
22 THY H3 23 GUA H1 432
22 THY H3’ 23 GUA H8 5.12
22 THY H2’ 23 GUA H38 3.94
22 THY H2” 23 GUA H8 2.46
23 GUA H4’ 23 GUA H38 5.21
23 GUA H1’ 23 GUA H8 4.19
23 GUA HI’ 24 CYT H6 3.57
23 GUA HY 24 CYT H5 4.33
23 GUA HS8 24 CYT H5 3.98
23 GUA H8 24 CYT H41 4.35
23 GUA H1 24 CYT H42 4.38
23 GUA H3¥ 24 CYT H6 5.05
23 GUA H2’ 24 CYT H6 4.08
23 GUA H2’ 24 CYT H5 3.48
23 GUA H2’ 24 CYT H41 5.15
23 GUA H2” 24 CYT H6 2.47
23 GUA H2” 24 CYT H5 2.95
23 GUA H2” 24 CYT H41 5.21
24 CYT H4’ 24 CYT H6 4.88
24 CYT HI’ 24 CYT H6 4.03
24 CYT H6 24 CYT H5 2.72
24 CYT H6 24 CYT H41 4.98
24 CYT H5 24 CYT H41 2.82
24 CYT H5 24 CYT H42 4.02
24 CYT H41 24 CYT H42 2.06
1 GUA H8 1 GUA H2’ 3.39
1 GUA H8 1 GUA H2” 2.65
2 CYT H6 2 CYT H2’ 2.31
2 CYT H6 2 CYT H2” 3.78
3 ADE H8 3 ADE H2’ 2.28
3 ADE H8 3 ADE H2” 3.62
4 CYT H6 4 CYT H2’ 2.21
4 CYT H6 4 CYT H2” 3.65
5 CYT H6 5 CYT H2’ 2.20
5 CYT H6 5 CYT H2” 3.67
6 THY H6 6 THY H2’ 2.17
6 THY H6 6 THY H2” 3.61
7 THY H6 7 THY H2’ 2.15
7 THY H6 7 THY H2” 3.56
8 CYT H6 8 CYT H2’ 2.16
9
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4 CYT N3 21 GUA H1
4 CYT H42 21 GUA . 06
5 CYT N3 20 GUA N1
5 CYT N4 20 GUA 06
5 CYT N3 20 GUA H1
5 CYT H42 20 GUA 06
6 THY N3 19 ADE N1
6 THY H3 19 ADE N1
7 THY N3 18 ADE N1
7 THY H3 18 ADE N1
8 CYT N3 17 GUA N1
8 CYT N4 17 GUA 06
8 CYT N3 17 GUA H1
8 CYT H42 17 GUA 06
9 CYT N3 16 GUA N1
9 CYT N4 16 GUA 06
9 CYT N3 16 GUA H1
9 CYT H42 16 GUA 06
10 THY N3 15 ADE N1
10 THY H3 15 ADE N1
11 GUA N1 14 CYT N3
11 GUA 06 14 CYT N4
11 GUA H1 14 CYT N3
11 GUA 06 14 CYT H42
12 CYT N3 13 GUA N1
12 CYT N4 13 GUA 06
12 CYT N3 13 GUA H1
12 CYT H42 13 GUA 06

13
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