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Table S1. The peptides analytical data.

Analytical

Name Formula Calculated M/z Experimental M/z HPLC t, [min]
' CrasHznaNz202s [[(('\|<I/|++23F||4))//23]] 05,1758 [[(x;fs'%g] 05775 10670
? CunttasOss | B ions | [veatd] 022 1013 10597
° CrzaHaosNsiOas [[(('\|<|A++23F||4))//23]] 9005175 [[(x;fs'%g] 8905147 10.789
P R T g
> CrzsHaosN2Oss [[(('\I<I/I:23|-Il|))//2?}] 231015 [[(E\KI/I++23|-3§/23]] 9235677 10888
° CustnsOse | o ootzs | (Ve313] 895.5200 10867
7 CoctouNoOy | [(M2H)/2] 14113068 | [(M+2H)2] 14113813 11120

[(M+3H)/3] 941.2072

[(M+3H)/3] 941.2084
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Fig. S1. MS spectra and the analytical HPLC chromatograms of the peptides 1-7.
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Fig. S2. CD spectra recorded in temperature range 4 — 98 °C. Cpep. = 80 pM; Cpuirer=0.05 M; pH=7 for the

peptides 1-6.
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Fig. S3. Sedimentation coefficient distributions (c(s)) of the peptides 1-7 obtained using sedimentation velocity
analytical ultracentrifugation (SV AUC).
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Table S2. NMR assignments for peptide 2.

Residue | Proton Chell‘:nIC?r:]Shlft HA 4.14 HN 8.51
Bp HB 2.00(2) HA 3.52
Acl HA 1.93 2.38(1) B 178
HN 8.12 HG | 2.37(2) 2.60(1) lle18 - 088D
HA 2.59 HN 8.49 0.97(1)
Cp2 HB 4.22 HA 351 HG2 0.77
HG.D.E 1-552(30)11(-16;8(2) o1l HB 1.90 HD 0.73
: HG1 0.89 HN 7.58
HN 8.51
HG2 0.78 Ala19 HA 3.94
HA 4.10
Glu3 HD 0.73 HB 1.34
HB 2.38
HN 7.78 HN 7.48
HG | 1.94(2) 2.00(1)
Alal2 HA 3.95 Ala20 HA 3.92
HN 8.01
HB 1.42 HB 1.15
HA 370 HN 7.69 HN 7.79
lled HB 211 Alal3 HA 4.18 HA 3.70
e a . .
HG1 | 1.21(2) 1.52(1)
HB 1.49 HB 1.87
He2 078 HN 8.18 lle21 HG1 0.98
HD 073 HA 3. 66 HG2 0.77
HN 8.05 i i
HB 1.97 HD 0.73
Ala5 HA 3.96 llel4
HG1 0.92 HN 8.08
HB 1.41
HG2 0.83 HA 3.92
HN 7.67
HD 0.77 HB | 1.71(2) 1.79(1)
Ala6 HA 412
HN 8.51 Lys22 HG 1.31
HB 1.45
HA 3.76 HD | 1.55(2) 1.59(1)
HN 8.05
B 1.66(2) HE 2.85
HA 3.6 1.83(1) NH,Z 7.48
HB 2.01 Lys15 HG 1.28 3 :
lle7 HN 7.84
HG1 0.96 HD 1.56
HA 4.10
HG2 0.82 HE 2.81
GIn23 HB 1.98
HD 0.77 NHsZ 7.48
HG 2.31
HN 8.51 HN 7.92
HN' | 6.72(2) 7.33(1)
HA 3.77 HA 4.35
HN 7.84
HB | 1.70(2) 1.83(1) HB | 3.33(2) 3.46(1) Gly24
HA | 3.75(2) 3.81(1)
Lys8 HG 1.29 HD1 7.20
HN 7.83
HD 1.61 Trp16 HE3 7.53
HA 4.46
HE 2.85 HZ3 7.04
Tyr2s HB | 2.84(2) 2.94(1)
NHsZ 7.48 HZ2 7.40
HD 6.98
HN 7.90 HH2 7.14
HE 6.67
HA 4.09 HE1 10.02
HN 8.14
GIn9 HB 2.17 HN 8.18 Gly26
HA | 3.72(2) 3.77(1)
HG | 2.36(2) 2.46(1) HA 3.94
Glul7 HN1 7.11
HN' | 6.75(2) 7.33(1) HB | 2.38(2) 2.50(1) NH, e 555
Glul0 HN 8.06 HG | 2.41(2) 2.63(1) :
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Ala20HB

Trpl6HH2- vW
Ala20HB
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Table S3. NMR assignments for peptide 3.

Residue | Proton Chemical shift
[Ppm]
Acl HA 2.02
HN 8.41
Gly2
HA 3.86(2) 4.00(1)
HN 8.65
HA 4,17
Glu3
HB 2.39
HG 1.98(2) 2.05(1)
HN 8.16
HA 3.69
HB 1.95
lle4
CH2 1.24(2) 1.51(1)
HG 0.80
HD 0.74
HN 7.62
Ala5 HA 3.96
HB 1.37
HN 7.67
Alab HA 4,12
HB 1.44
HN 8.02
HA 3.66
HB 1.98
lle7
CH2 0.95
HG 0.81
HD 0.78
HN 8.46
HA 3.76
HB 1.68(2), 1.84(1)
Lys8 HG 1.31
HD 1.61
HE 2.85
NH3Z 7.52
HN 7.89
HA 4.09
GIn9 HB 2.16
HG 2.37(2), 2.47(1)
HN' 6.76(1), 7.33(2)
HN 8.05
Glu10
HA 4.14

HB | 2.38(2), 2.60(1) HN 8.54
HG | 1.97(2),2.38(1) HA 3.50
HN 8.49 HB 1.77
1le18
HA 351 CH2 0.83
HB 1.89 HG 0.76
lle11
CH2 0.87 HD 0.64
HG 0.79 HN 7.64
HD 074 Alal9 HA 3.92
HN 7.79 HB 1.35
Alal12 HA 3.95 HN 7.45
HB 1.43 Ala20 HA 3.97
HN 7.67 HB 1.19
Alal3 HA 4.18 HN 7.64
HB 1.50 HA 3.64
HN 8.18 HB 1.79
lle21
HA 3.67 CH2 0.82
HB 1.96 HG 0.75
lle14
CH2 0.90 HD 0.64
HG 0.82 HN 8.01
HD 0.78 HA 3.85
HN 8.54 HB 1.65(2), 1.73(1)
HA 3.76 Lys22 HG | 1.28(2), 1.42(1)
HB | 1.66(2), 1.85(1) HD | 147(2), 1.55(1)
Lys15 HG 1.29 HE 2.83
HD 155 NH3Z 7.50
HE 281 HN 731
NH3Z 7.49 HA 254
HN 7.94 Cp23 HB 413
HA 435 HG.D.E 1-64(132),51(-17)0(2),
HB | 3.34(2), 3.48(1) :
HN 7.98
HD1 721 Gly24
HA | 3.74(2), 3.85(1)
Trp16 HE 754
HN 8.10
HZ1 7.05
HA 451
HZ2 7.42
Tyr2s HB | 2.87(2), 3.09()
HH 7.15
HD 7.04
HN' 10.04
HE 6.69
HN 8.17
HN 8.25
HA 3.95 Gly26
Glu17 HA | 3.73(2), 3.85(1)
HB | 2.37(2), 2.63(1)
HN1 7.24
HG | 2.04(2), 2.38(1) NH2
HN2 7.0

S11




H()-H(i+1)

Intensity

AclHA-Gly2HN

Alal3HN

Gly2HA1-Glu3HN

11e18HN-Alal9HA

Gly2HA2-Glu3HN

Ile18HA-Alal9HN

WM

1le18HB-Ala19HA

Glu3HN-1le4HG

Glu3HA-Ile4HN

Alal9HA-
Ala20HN

g =

Glu3HN-1le4HD

Alal9HB-Ala20HN

Ile4HA-Ala5HN

lle4HB-Ala5HN

Ala20HA-11e21HN

Ala20HB-I1e21HN

1le4HG-Ala5HN

Ala20HN-1le21HA

lle4HN-Ala5HB

lle21HA-Lys22HN

Ala5HA-Ala6HN

1le21HB-Lys22HN

Ala5HB-Ala6HA

Ile21HN-
Lys22HB1

(/)U)U)EU)U)U)

Ala5HB-Ala6HN

1le21HD-Lys22HA

Ala5HN-Ala6HA

lle21HD-
Lys22HB1

o=

Ala6HA-1le7HN

Ala6HB-Ile7THN

1le21HD-Lys22HE

=

lle7THA-Lys8HN

1le21HD-Lys22HN

M/S

1le21HN-Lys22HA

=

1le7HB-Lys8HN

Lys22HA-Cp23HN

<

1le7CH2-Lys8HB1

Ile7HD-Lys8HE

Cp23HA-GIly24HN

wn

Lys8HA-GIN9HN

Cp23HB-Gly24HN

WM

Lys8HB-GIn9HN

Gly24HA1-
Tyr25HN

Lys8HB1-GIn9HN

Lys8HN-GIn9HB

Gly24HA2-
Tyr25HD

GIn9HA-GIu10HN

Gly24HA2-
Tyr25HE

GIn9HB-GIu10HN

GlulO0HA-1le11HN

Gly24HA2-
Tyr25HN

g g =

Glul0HB1-
lle11HN

Tyr25HA-
Gly26HN

w

Glul0HB2G1-
lle11HN

M/S

Tyr25HB1-
Gly26HA1L

GlulOHG2-
lle11HA

w

Tyr25HB1-
Gly26HN

gl =

Glul0HG2-
lle11HN

Tyr25HD-
Gly26HAL

w

Glul0HN-Ile11HA

Tyr25HE-
Gly26HAL

lle11HB-Alal2HN

Tyr25HB2-
Gly26HA1L

lle11HN-Alal2HB

Tyr25HB2-
Gly26HN

lle11HA-Alal2HN

Gly26HA1L-
NH2HN1

g g g =

Alal2HA-

vl Lz Z

Alal2HN-Alal3HB | M
Alal2HN- w
Alal3HA
Alal3HA-1le14HN | SIM
Alal3HB-Ile14HN | S
Alal3HN-1le14HB | M
Ile14CH2- S
Lys15HB1
llel4HA-Lys15HN | M
lle14HB-Lys15HN | S
Ile14HN- S
Lys15HB1
llel4HD-Lys15HA | M
Ile14HD-Lys15HE | M
Lys15HN- w
Trpl6HB2

Lys15HB1- S
Trpl6HN

Lys15HN- w
Trpl6HA

Trpl6HA- M
Glul7HN

Trpl6HES3- w
Glul7HB1

Trpl6HB1- S
Glul7HN

Trpl6HB2- M/S
Glul7HN

Trpl6HE3- w
Glul7HN

Trpl6HES3- M
Glul7HB2G1

Trpl6HD1- WIM
Glul7HA

Trpl6HE3- S
Glul7HA

Trpl6HN- M
Glul7HA

Trpl6HZ3- w
Glul7HA
Glul7HA-1le18HN | S
Glul7HB2G1- w
1le18HA

Glul7HB2G1- M/S
1le18HN
Glul7HA-11e18HG | M
Glul7HB1- M
11e18HG

Glul7HG2- WIM
11e18HN
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Lys15HN

Alal2HN-
Lys15HA

WM

Alal3HA-
Trpl6HD1

Alal3HA-
Trpl6HE3

<

Alal3HA-
Trpl6HN

<

Alal3HB-
Trpl6HB1

Alal3HB-
Trpl6HB2

Alal3HB-
Trpl6HD1

Alal3HN-
Trpl6HN

Alal3HA-
Trpl6HB1

Alal3HA-
Trpl6HB2

llel4HA-
Glul7HG2

Trpl6HA-
Alal9HN

Trpl6HBI1-
Alal9HB

Trpl6HB2-
Alal9HB

s =5 2 oz s s oz o s os

Trpl6HD1-
Alal9HB

WIM

Trpl6HES3-
Alal9HB

<

Trpl6HN-
Alal9HB

3

1le18HA-11e21HD

Alal9HA-
Lys22HB2

Ala20HA-
Cp23HN

lle21HB-
Gly24HA2

M/S

Cp23HB-
NH2HN1

WIM

H(i)-H(i+4)

Intensity

AclHA-Ala5HN

w

Ile4HD-Lys8HA

S

lle4HA-Lys8HB1

M/w

Ala5HA-GIn9HN

WIM

Alal2HB-
Trpl6HD1

Alal2HB-
Trpl6HN

Lys15HA-
Alal9HN

Trpl6HA-
Ala20HN

HN(@)-HN(i+1) Intensity
Gly2HN-GIu3HN | M
Glu3HN-1le4HN S
Ile4HN-Ala5HN S
Ala5HN-Ala6HN | S
Ala6HN-1le7HN S
Ile7HN-Lys8HN S
Lys8HN-GIn9HN | S
GIn9HN- S
GlulOHN

GlulOHN- S
lle11HN

lle11HN- S
Alal2HN

Alal3HN- S
1le14HN

lle14HN- S
Lys15HN

Lys15HN- S
Trpl6HN

Trpl6HN- S
Glul7HN

Glul7HN- S
1le18HN

1le18HN- S
Alal9HN

Ala20HN- S
1le21HN

Lys22HN- S
Cp23HN

Cp23HN- M
Gly24HN

Gly24HN- M
Tyr25HN

Tyr25HN- S
Gly26HN

H(i)-H(i+2) Intensity
Gly2HA2-1le4HN | W/IM
Glu3HA-Ala5HN | W/M
Glu3HN-Ala5HB | W
Glu3HN-Ala5HN | W
Ala5HA-1le7THN W/M
Ala5HB-Ile7THN M
Ala6HB-Lys8HN | M
Ala6HN-Lys8HN | W
1le7HD-GIn9HN w
lle7THA-GIN9HG2 | S
Lys8HA- WIM
GlulOHN

GlulOHA- W/IM
Alal2HN

llel1HA- M
Alal3HN

lle11HN- w
Alal3HB

Trpl6HES-
Ala20HB

Ile11HN- w
Alal3HN

Alal2HN- w
11e14CH2

Alal2HB- M/S
1le14HN

Alal2HN- M/S
1le14HD

Alal2HN- w
llel4HN

Alal3HA- w
Lys15HN

Alal3HB- WIM
Lys15HN

llel4HA- w
Trpl6HE3

Lys15HA- WIM
Glul7HN

Lys15HB1- M
Glul7HA

Trpl6HZ2- w
1le18HN

Trpl6HN- w
11e18HG

Ile18HA- w
Ala20HN

1le18HB- WIM
Ala20HN

Ala20HN- w
Lys22HN

lle21HA- w
Cp23HN

1le21HN- w
Cp23HN

Cp23HA- w
Tyr25HN

H(i)-H(i+3) Intensity
Gly2HN-Ala5HB | M
Glu3HN-Ala6HB | W
Glu3HB-Ala6HB | M
Glu3HN-Ala6HN | W
Ala5HA-Lys8HN | M/S
Ala5HB-Lys8HN | W/M
Ala6HB-GIn9HB | W/M
Ala6HN-GIn9HN | W
lle7HA- w
Glul0HB1

GIn9HA- S
Alal2HN

GIn9HN- M
Alal2HB

GIn9HN- WIM
Alal2HN

Glul0HB2G1- w
Alal3HN

Glul0HB2G1- M
Alal3HB
I1le11HN-1le14HN | W/M
Alal2HB- w

Glul7HB1-
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1le21HD

Glul7HB2G1- WIM
1le21HD

lle18HA- W
Lys22HN

1le21HD- M
Tyr25HD

1le21HD- M
Tyr25HE
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Fig. S4. 1D *H NMR spectrum recorded for peptide 2 dissolved in D,0/H,0 (pH=7) at 298 K.
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Fig. S5. 2D TOCSY spectrum recorded for peptide 2 dissolved in D,O/H,O (pH=7) at 298 K.
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Fig. S6. 2D NOESY spectrum recorded for peptide 2 dissolved in D,0O/H,O (pH=7) at 298 K.
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Fig. S7. 1D *H NMR spectrum recorded for peptide 3 dissolved in D,O/H,0O (pH=7) at 298 K.
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Fig. S8. 2D TOCSY spectrum recorded for peptide 3 dissolved in D,O/H,0O (pH=7) at 298 K.
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Fig. S9. 2D NOESY spectrum recorded for peptide 3 dissolved in D,0O/H,0 (pH=7) at 298 K.
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Fig. $10. 1D *H NMR spectrum recorded for peptide 5 dissolved in D,O/H,0 (pH=7) at 298 K.
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Fig. S11. 1D *H NMR spectrum recorded for peptide 6 dissolved in D,O/H,0 (pH=7) at 298 K.
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Fig. S12. Selected fragments of 2D NOESY spectra region recorded for peptide 3 (A) and 6 (B) dissolved in

D,0/H,0 (pH=7) at 298 K.
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Fig. S13. Superimposition of the five lowest energy structures calculated on the basis of restraints derived from 2D
NOESY for peptide 2 (A) and 3 (B). For the clarity, one of them is additionally showed in a solid ribbon

representation.

Table S4. Statistic of the calculations for peptides 2 and 3 averaged over 10 lowest energy structures.

Peptide 2 3
Total number of NOE restraint from NMR 208 201
Applied number of intrahelical NOE restraint 159 166
(i, i+1) 89 102
(i, i+2) 20 22
(i, i+3) 37 29
(i, i+4) 11 13
(i, i+5) 2 0
Applied number of interhelical NOE 8-3 10 -3
Total number of different NOE violations in ensemble 44 56
Average number of NOE violations per structure 7.8 8.3
Average amount of NOE violation per structure [A] 5.4 5.7
Total number of different VAW violations in ensemble 19 15
Average number of VdW violations per structure 35 3.5
Average amount of VdW violation per structure [A] 0.8 0.8
Average RMSD for backbone heavy atoms [A] 2.3 3.1
Average RMSD for all heavy atoms [A] 2.8 3.3
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