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Supporting Information Table 1. Proton chemical shift assignments (ppm) for the G-

T:ActD complex at 30°C".

Nucleotide H6/H8 HS Methyl H1' H2' H2" H3' H4' H2 NH®
C1 792  6.13 na® 6.1 222 265 483 427 na na
C2 775 592 na 548 227 251 501 425 na na
A3 8.43 na na 601 296 3.06 46 434 743 na
A4 8.11 na na 593 242 245 516 439 749 na
GS 7.72 na na 547 227 251 479 433 na 1223
Cé 773  5.93 na 628 25 269 479 433 na na
T7 7.61 na 1.9 614 265 299 424 401 na 1395
T8 7.4 na 191 597 238 265 499 418 na 1422
C9 732 5095 na 624 24 266 432 401 na na
C10 7.81 6 na 597 24 264 499 418 na na
G11 7.47 na na 626 251 266 498 403 na 128
G12 7.71 na na 592 222 251 399 431 na 1202
A13 8.33 na na  6.09 286 3.06 432 418 7.6 na
Al4 8.06 na na 593 287 305 432 418 751 na
G15 7.58 na na 556 26 277 496 491 na 1231
T16 7.75 na 195 6.09 223 241 474 402 na 13.86
T17 7.65 na 196 623 239 266 434 422 na 13.83
T18 7.5 na 1.96 579 207 239 494 42 na 14.14
G19 7.98 na na  5.83 235 286 405 3.83 na 13.01
G20 7.94 na na 626 251 267 425 401 na 11.89

“Chemical shifts are referenced to residual HOD resonance.
°Chemical shifts for imino protons are reported for the duplex at 10°C.

‘Not applicable.
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Supporting Information Table 2. Proton chemical shift assignments (ppm) for the G-

F:ActD complex at 25°C".

Nucleotide H6/H8 H5 Methyl H1' H2' H2" H3' H4' H2 NH
C1 776 597 na® 595 206 25 468 400 na Na
C2 751 584 na 594 206 248 467 4.10 na Na
A3 828 na na  5.69 271 282 492 427 751 Na
A4 8.04 na na 580 226 250 4.82 397 7.59 Na
G5 743  na na 555 246 2.69 501 383 na 1227
Cé6 756 586 na 625 227 254 450 393 na Na
T7 732 na 179 6.11 229 252 418 407 na  13.85
T8 746 na  1.83 627 230 243 491 422 na 14.16
Cc9 786 606 na  5.87 271 283 492 428 na Na
C10 7.84 6.1 na 627 229 253 43 410 na Na
G11 775 na na 578 2.07 250 493 417 na 1279
G12 753  na na  5.86 271 282 492 428 na  12.02
Al13 825 na na 567 268 270 5.02 433 7.46 Na
Al4 8.00 na na 576 24 270 4.84 425 7.49 Na
G15 752  na na 556 245 2.69 456 382 na 1221
F16 693 na 172 622 230 243 491 422 na Na
T17 741 na 180 6.11 213 253 489 423 na  14.01
T18 732 na 179 570 225 270 426 390 na  13.95
G19 7.86  na na 572 225 269 491 397 na  13.06
G20 7.80  na na 612 203 235 463 415 na  11.92

4Chemical shifts are referenced to residual HOD resonance.

°Chemical shifts for imino protons are reported for the duplex at 10°C.
‘Not applicable.
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Supporting Information Figure 1. Heteronuclear 'H—'’F NOESY spectrum of G-F:ActD
at 10°C (acquisition parameters described in Experimental Methods). The chemical
shifts of F2 and F4 of the difluorotoluene are -123.7 ppm and -112.3 ppm, respectively.
The boxes indicate the regions we expect to see NOEs between F16 F2 and F4 and DNA
imino protons, if they existed.
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Supporting Information Figure 2. Imino proton spectra of 1:1 G-T:ActD complex (2 mM
in 10 mM sodium phosphate buffer, pH 7.0, 100 mM NaCl, 0.1 mM EDTA in 600 pL.
90%H,0/10%D,0) at various temperatures as indicated.
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Supporting Information Figure 3. Imino proton spectra of 1:1 G-F:ActD complex (2 mM
in 10 mM sodium phosphate buffer, pH 7.0, 100 mM NaCl, 0.1 mM EDTA in 600 pL.
90%H,0/10%D,0) at various temperatures as indicated.
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