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: Absorption and emission spectra for 3
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Figure S1. The absorption and the emission spectra for 3. (A) The absorption spectrum at

10 uM concentration. (B) Emission spectrum measured with 100 pM concentration, an

excitation of 635 nm and both excitation and emission slits set to 20 due to the low absorption

coefficient of the dye.
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Note S2: CD spectra and MFS
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Figure S2. The CD spectra and MSF. (A) The full CD spectrum for titration of mGL
(0.5 mg/ml) with increasing 1 concentration. Pc molar ratio indicates the molar equivalents of
1 to the protein. (B) Temperature-dependent CD of mGL (+). Inset: ellipticity between 450 and
550 nm. (C) Temperature-dependent CD of mGL. Inset: ellipticity between 450 and 550 nm.
(B—-C) The data has been smoothened by averaging three consecutive data points. (D-F)
Original temperature-dependent CD data for (D) mGL(+) with 1 molar equivalence of 1, (E)
mGL(+) and (F) mGL. (G) Temperature of non-reversibility measured in MSF. (H) MSF with

increasing temperatures.
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Note S3: Full absorption spectra for 1
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Figure S3. The full absorption spectra for (A) titrating mGL(+) (0.05 mg/ml) with increasing

1 molar equivalents and (B) titrating 1 (2 uM) with increasing mGL(+) concentrations.
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Note S4: Photophysical properties with 2
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Figure S4. The photophysical properties of mGL(+) and 2. (A) Absorption and (B) emission

spectra of mGL(+) (0.05 mg/ml) titrated with increasing molar equivalents of 2. Excitation was

465 nm. (C) Absorption and (D) emission spectra for constant dye (2 uM) with increasing

mGL (+) concentrations. The sample was excited at 620 nm and both emission and excitation

slits were set to 10.

S6



WILEY-VCH

Note S5: Photophysical properties with 3
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Figure S5. The photophysical properties of mGL(+) and 3. (A) Absorption and (B) emission
spectra of mMGL(+) (0.05 mg/ml) titrated with increasing molar equivalents of 3. Excitation was
465 nm. (C) Absorption and (D) emission spectra for constant dye (10 uM) with increasing
mGL(+) concentrations. The sample was excited at 635 nm and both excitation and emission

slits were set to 20, due to the lower absorption coefficient of the dye.
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Note S6: Heparin titration

Fluor. Int. (10%)

Fluor. Int. 518 nm (10%)

0 2 4 6 8 10

A(nm)

Heparineq.

Figure S6. Titrating the mGL(+) (0.05 mg/ml) with increasing molar equivalents of heparin.
(A) Emission spectra with an excitation of 465 nm. (B) Emission at 518 nm.

S8



Note S7: mGL titration with 1
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Figure S7. Titrating mGL (0.05 mg/ml) with an increasing 1 molar equivalents as a control.

(A) Absorption and (B) emission spectra. Emission measured with an excitation of 465 nm.
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Note S8: Transient absorption of mGL(+)
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Figure S8. Transient absorption of mGL(+) (A) 2D TA spectra of mGL(+) (dex = 480 nm). (B)
TA spectra of mGL(+) excited states before and after fast (0.8 ps) relaxation, mGL(+)** and

mGL(+)*, respectively. (C—D) Non-corrected 2D TA spectra in (C) visible and (D) NIR
ranges for mGL(+).
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Note S9: Transient absorption of compound 1
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Figure S9. Transient absorption of 1. (A) 2D TA spectra of 1 (Jex = 630 nm). (B) 1 singlet and
triplet states obtained from TA measurements. (C—D) Non-corrected 2D TA spectra in (C)

visible and (D) NIR ranges for 1.
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Note S10: Transient absorption of mGL(+) — 1 complexes
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Figure S10. Transient absorption of mGL(+) -1 complex. (A—B) 2D TA spectra of
mGL(+) — 1 in (A) visible and (B) NIR ranges excited at 630 nm. (C) The associated DAS of
MGL(+) — 1 excited at 630 nm. (D—E) 2D TA spectra in (D) visible and (E) NIR ranges for
mGL(+) — 1 complex excited at 480 nm (F) TA decay profiles of mGL(+) — 1 decay of at
715 nm but excited at 630 nm (1), and decay of mGL(+) at 515 nm excited at 480 nm

(mGL(+)); 1 and mGL(+) traces were scaled for easier decay comparison.
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