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Figure S1. MALDI-TOF mass spectroscopy of the peptide sequences: (a) p(kF); (b) p(eF); (c) p(kKf); (d) p(eEf).
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Figure S1. Continued. MALDI-TOF mass spectroscopy of the peptide sequences: (e) p(k(fl)F); (f) p(e(fl)F).

Table S1. Mass-to-charge ratio measurements using MALDI-TOF spectroscopy and the theoretical mass of
sequence pairs. K and E refers to lysine and glutamic acid, respectively. F shows phenylalanine and (fl)F
represents 4-fluoro-phenylalanine. Lower and upper cases are representative of D and L chirality, respectively.

Polycations | m/z (g/fmol) | Theoretical mass | Polyanions | m/z (g/mol) | Theoretical mass
(g/mol) (g/mol)

(kF)1s 4174.24 4147.22 (eF)1s5 4185.57 4161.34

(kKfKkF)s | 4077.47 4052.21 (eEfEeF)s | 4097.66 4071.04

(k(f)F)is | 44436 4417.1 (e(fl)F)is | 4460.08 | 4431.2
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Figure S2. H NMR spectroscopy of the peptide sequences: p(kF) on top; p(eF) on bottom.
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Figure S2. Continued. H NMR spectroscopy of the peptide sequences: p(kKf) on top; p(eEf) on bottom.

)

¢+ c4d,+d, [ppm]

0.3

0.2

[re

0.10

0.

-0.00



[r

p(k(fI)F) : /

1.9247

(o]
.
ol l
| .
LA
o

[ppm]

- e F
[ in 2 /
2 2 NH / g
J.L(/;NHOb" 2 f -8
| T |
’ 0" 0© ®Na ! |
| 3

Figure S2. Continued. H NMR spectroscopy of the peptide sequences: p(k(fl)F) on top; p(e(fl)F) on bottom.
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Figure S3. Deconvolution analysis of the FTIR spectra of sequence pairs: (a) p(kF)+p(eF); (b) p(kKf)+p(eEf).
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Figure S3. Continued. Deconvolution analysis of the FTIR spectra of sequence pairs: (c) p(k(fl)F)+p(e(f])F).
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Figure S4. Deconvolution analysis of the FTIR spectra of sequence pairs: (a) p(kG)+p(eF); (b) p(kA)+p(eF).
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Figure S4. Continued. Deconvolution analysis of the FTIR spectra of sequence pairs: (c) p(kL)+p(eF); (d)
p(kL)+p(e(f)F).



Figure S5. Optical and fluorescence imaging of p(kL)+p(e(fl)F) with thioflavin T (ThT). Scale bars, 50 um.
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Figure S6. Optical micrographs (bright-field) of sequence pairs at varied salt (NaCl) concentrations. Scale bars, 50 um.
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Figure S6. Continued. Optical micrographs (bright-field) of sequence pairs at varied salt (CaClz) concentrations. Scale
bars, 50 um.
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Figure S7. Optical micrographs (bright-field) of sequence pairs at varied salt (NaCl) concentrations. Scale bars, 50 pum.
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Figure S8. Deconvolution of the UV-vis spectra of methylene blue in aqueous solution and in the supernatant phase

of complexes: (a) Methylene blue solution (MB); (b) p(kF)+p(eF); (c) p(kKf)+p(eEf); (d) p(k(fl)F)+p(e(fl)F).

Table S2. Deconvolution analysis of UV-vis spectra of methylene blue (MB) in aqueous solution and

supernatant solution of sequence pairs.

Deconvolution results MB p(kF)+p(eF) p(kKf)+p(eEf) pk(EDF)+p(e(fDF)
Area at around 612 nm 104.32 59.6 0.71 76.9
Area at around 662 nm 60.41 35 0.87 41.7
Total area for monomers 269.05 154.2 2.29 195.5
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Figure S9. Deconvolution of the UV-vis spectra of methylene blue in aqueous solution and in the supernatant phase

of complexes: (a) p(kG)+p(eF); (b) p(kA)+p(eF); (c) p(kL)+p(eF); (d) p(kL)+p(e(fl)F).

Table S3. Deconvolution analysis of UV-vis spectra of methylene blue (MB) in aqueous solution and
supernatant solution of sequence pairs.

Deconvolution results pkG)+p(eF) p(kA)+p(eF) p(kL)+p(eF) p(kL)+p(e(f)F)
Area at around 612 nm 76 70.44 74.55 82.64
Area at around 662 nm 68.48 71 42.38 51.72
Total area for monomers 220.48 211.88 191.48 217
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Figure S10. UV-vis spectra of MB in aqueous solution and in the supernatant phase of p(kL)+p(eF) and
P(KL)+p(e(F).



