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Figure S1: FTIR-ATR spectrum of FT.
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Figure S2: 'H NMR spectrum (500 MHz) of FT in CDCls at 298K.
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Figure S3: BC{*H} NMR spectrum (126 MHz) of FT in CDCl; at 298K.
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Elemental Composition Report

Single Mass Analysis

Tolerance =25.0 PPM / DBE: min =-1.5. max = 150.0
Element prediction: Off

Number of isotope peaks used for i-FIT =3

Monoisotopic Mass. Odd and Even Electron Ions

58 formula(e) evaluated with 4 results within limits (up to 50 closest results for each mass)
Elements Used:

C:20-50 H:0-60 O:0-10 S:2-2 Br:2-2

Minimum: -1.5

Maximum: 5.0 25.0 150.0

Mass Calc. Mass mDa PPM DBE i-FIT Norm Conf(%)  Formula

758.0525  758.0523 0.2 0.3 21.0 78.0 0.254 53 C39 H36 O2 S2 Br2
758.0582 -5.7 -7.5 12.0 79.8 1.995 13.61 C32 H40 O7 S2 Br2
758.0430 9:5 12:5 8.0 81.3 3.500 3.02 C28 H40 O10 S2 Br2
758.0371 15.4 203 17.0 80.6 2.840 5.84 C35 H36 O5 S2 Br2

Figure S4: High resolution MALDI-TOF mass spectrum of FT in the positive mode.
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Figure S5: FTIR-ATR spectrum of FTC. (*) Traces of water due to the strong hydrophilicity of FT¢.
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Figure S6: 'H NMR spectrum (500 MHz) of FT¢in DMSO-ds at 298K.
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Figure S7: 3C{*H} NMR spectrum (126 MHz) of FT¢in DMSO-ds at 298K.
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Elemental Composition Report

Single Mass Analysis

Tolerance =25.0 PPM / DBE: min =-1.5. max = 150.0
Element prediction: Off

Number of isotope peaks used for i-FIT =3

Monoisotopic Mass, Odd and Even Electron Ions

111 formula(e) evaluated with 4 results within limits (up to 50 closest results for each mass)
Elements Used:

C:20-50 H:0-60 N:2-2 0O:0-10 S:2-2 79Br: 1-2

Minimum: -1.5

Maximum: 5.0 25.0 150.0

Mass Calc. Mass mDa PPM DBE i-FIT Norm Conf(%)

797.2805  797.2810  -0.5 -0.6 19.5 107.1 1.553 2115
797.2869  -6.4 -8.0 10.5 106.7 1.214 29.71
797.2716 8.9 11.2 6.5 106.6 1.095 33.46
797.2658  14.7 18.4 15.5 107.4 1.852 15.68

- - - - ]
B0 B M4 B BRSO B2 AW EIE

Formula

C45 H54 N2 02 S2 79Br
C38 H58 N2 O7 S2 79Br
C34 H58 N2 010 S2 79Br
C41 H54 N2 O5 S2 79Br

Figure S8: High resolution MALDI-TOF mass spectrum of FT¢ in the positive mode.
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Figure S9: FTIR-ATR spectrum of FT".
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Figure S10: *H NMR spectrum (500 MHz) of FT" in CDCls at 298K.
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Figure S11: *C{*H} NMR spectrum (126 MHz) of FT" in CDCl; at 298K.
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Figure S12: High resolution ASAP* mass spectrum of FT" in the positive mode.
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Figure S14: Superimposition of DOSY-NMR spectra (600 MHz) of AFT¢ at 10 mM (blue) compared to FT¢

(green) in DMSO-ds at 298K.
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Figure S15: *H NMR spectrum (600 MHz) of AFT" at 100 mM in DMSO-ds at 298K.
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Figure S16: MALDI-TOF (HCCA matrix) mass spectrometry analysis of AFT", prepared by the self-
assembly of FT" and Ox-Arg-Hyd carried out at 100 mM in DMSO.
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Figure S17: Synthesis of FT"-based model compounds from L-Arg-Hyd and D-Arg-Hyd.
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Figure S19: A) UV-Visible absorption, B) CD and C) emission spectra (Aexc = 385 nm) of AFT® at 10 uM in
TE buffer after successive additions of guanidinium chloride.
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Figure S20: A) UV-Visible absorption, B) CD and C) emission spectra (Aexc = 385 nm) of AFT® at 10 uM in
TE buffer after successive additions of ammonium sulfate.
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Figure S21: CD spectra of A) AFT® and B) AFT" solutions at 10 uM in TE buffer recorded from 20°C to
86°C.

Name Length Sequence (5°-3°)
dsR20 20 5-CGT CAC GTA AAT CGG TTAAC-3'

5-CGT CAC GTA AAT CGG TTAACA AATGGC TTT CGA
dsR43 43 AGC TAG CTT C-3'

Table S1: Name, length and sequence of the dsDNAs employed in this study.
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Figure S22: UV-Vis absorption (A), CD (B) and emission (C) spectra of 10 uM AFT" solutions in TE buffer
(pH 7.4) upon addition of calf thymus (CT) DNA.
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Figure S23: UV-Vis absorption (A), CD (B) and emission (C) spectra of 10 uM AFT® solutions in TE buffer
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AFT® solutions in TE buffer (pH 7.4) upon addition of calf thymus (CT) DNA.
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Figure S24: CD spectra of a mixture of FT" and OxArgHyd in TE buffer at 10 uM associated with calf
thymus DNA at N/P =5 recorded between 0 and 72h A/ in absence and B/ presence of 100 equivalents
of methoxyamine.
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Scheme S1: Formation of the oxime Ox-FT"-Ox.
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