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Figure S1 pH dependence of the relaxivities of the Gd** complexes [(1) GdL?,
(2) GAL', (3) GdL’, 25°C, [GdL] = 1x10~° M, 9 MHz]

Figure S2 'H (upper) and C NMR spectra of YL’ complex. The bottom left
spectrum shows the CO region while the CH, peaks are shown in the
bottom right spectrum. T= 323 K, pH = 5.8 and ¢= 0.05 M in D,O
solution.

Figure S3. °C 2D EXSY NMR spectrum of YL” complex. The carbonyl region is
shown. T=323 K, pH = 5.8 and ¢= 0.05 M in D,0 solution.

Figure S4 Pseudo-first-order rate constants of the exchange reactions between GdL'
(5x107* M) and Zn*". [Zn*']=0.03 M (1), 0.02 M (2), 0.015 M) (3) and
0.01 M (4) (25 °C, 1.0 M KCl)

Figure S5. Pseudo-first-order rate constants of exchange reactions between GdL’
(5x107* M) and Zn*". [Zn*']=0.03 M (1), 0.02 M (2), 0.015 M (3) and
0.01 M (4) (25 °C, 1.0 M KClI)

Figure S6. Pseudo-first-order rate constants of exchange reactions between GdL'
(2x107* M) and Cu*". [Cu*']= 6x107° M (1), 4x10° M (2), 2x107°> M (3)
and 1x10° M (4) (25 °C, 1.0 M KCI)

Figure S7. Pseudo-first-order rate constants of exchange reactions between GdL>
(5x107* M) and Zn*". [Zn*']=0.03 M (1), 0.02 M (2), 0.015 M (3) and
0.01 M (4) (25°C 1.0 M KCI)

Figure S8. Pseudo-first-order rate constants of exchange reactions between GdL>
(2x107* M) and Cu*". [Cu*']= 6x107° M (1), 4x10° M (2), 2x10° M (3)
and 1x10° M (4) (25 °C, 1.0 M KCI)
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Figure S1 pH dependence of the relaxivities of the Gd** complexes [(1) GdL?,
(2) GAL', (3) GdL", 25°C, [GdL] = 1x10° M, 9 MHz]
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Figure S2 'H (upper) and C NMR spectra of YL’ complex. The bottom left
spectrum shows the CO region while the CH, peaks are shown in the
bottom right spectrum. T= 323 K, pH = 5.8 and ¢= 0.05 M in D,O
solution.
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Figure S3. °C 2D EXSY NMR spectrum of YL? complex. The carbonyl region is
shown. T= 323 K, pH = 5.8 and ¢= 0.05 M in D,0 solution.
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Figure S4 Pseudo-first-order rate constants of the exchange reactions between GdL'
(5x10* M) and Zn*". [Zn*"]=0.03 M (1), 0.02 M (2), 0.015 M) (3) and
0.01 M (4) (25 °C, 1.0 M KCI)
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Figure S5. Pseudo-first-order rate constants of exchange reactions between GdL’
(5x107* M) and Zn*". [Zn*']=0.03 M (1), 0.02 M (2), 0.015 M (3) and
0.01 M (4) (25 °C, 1.0 M KClI)
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Figure S6. Pseudo-first-order rate constants of exchange reactions between GdL'
(2x107* M) and Cu*". [Cu®"]= 6x107° M (1), 4x10° M (2), 2x107°> M (3)
and 1x10° M (4) (25 °C, 1.0 M KCI)
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Figure S7. Pseudo-first-order rate constants of exchange reactions between GdL’
(5x107* M) and Zn*". [Zn*"]=0.03 M (1), 0.02 M (2), 0.015 M (3) and
0.01 M (4) (25 °C 1.0 M KCl)
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Figure S8. Pseudo-first-order rate constants of exchange reactions between GdL’

(2x107* M) and Cu*". [Cu®"]= 6x107° M (1), 4x10° M (2), 2x107°> M (3)
and 1x10~° M (4) (25 °C, 1.0 M KCI)



